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1 1 :30  Fundamental  Combustion  Processes  of  Particle- Laden  Shear  Flows 
in  Solid  Fuel  Ramjets 

K  K  Kuo,  V  Yang,  T  A  Litzinger,  S  T  Thynell  and  W  H  Hsieh 
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SUPERSONIC  COMBUSTION  (Confd) 

Chair:  E  J  Muiarz 

Army  Aviation  Research  and  Technology  Activity 

2:15  Chemical  Reactions  in  Turbulent  Mixing  Flows 

P  E  Dimotakis,  J  E  Broadwell  and  A  Leonard 
California  Institute  of  Technology 

2:45  Compressible  Turbulent  Shear  Layers  and  Stability  of  Burning  Jets 
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3:15  Opposed  Jet  Turbulent  Diffusion  Flames 

L  Talbot,  University  of  California  at  Berkeley 
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5:45  Experimental  and  Computational  Studies  of  Swirling  Flows  in 
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A  S  Nejad,  S  A  Ahmed  and  R  S  Boray 

USAF  Advanced  Propulsion  Division 


TUESDAY,  20  JUNE  1989 

SUBSONIC  AND  SUPERSONIC  COMBUSTION 
THEORY  AND  COMPUTATIONS 
Chair:  E  S  Oran 
Naval  Research  Laboratory 

9:00  The  Effects  of  Compressibility  on  a  Supersonic  Mixing  Layer 
D  Nixon,  Nielsen  Engineering  and  Research,  Inc. 

9:30  Instability  and  Transition  in  Supersonic  Shear  Layers 

J  J  Riley  and  D  S  Eberhardt,  University  of  Washington 

10:00  Theories  of  Turbulent  Combustion  in  High  Speed  Flows 
P  A  Libby  and  F  A  Williams 
University  of  California  at  San  Diego 

10:30  BREAK 


10:30 


1 1 :00 
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Fundamentals  of  Combustion 

AKMF  Hussain  and  R  W  Metcalfe,  University  of  Houston 

11:00  -  11:30  Numerical  Simulations  of  Transitional  and  Turbulent  Reactive  Flows 

F  Grinstein,  Naval  Research  Laboratory 

11:30  -  12:00  Numerical  Simulations  of  Coherent  Structures  in  Non-Circular 

Cross  Section 

W  H  Jou,  Flow  Research  Corporation 
12:00  -  1:30  LUNCH 


1:30  -  5:00  WORKSHOPS  (Locations  to  be  Announced) 

-  Boron 

-  Soot 

-  Droplets  and  Sprays 

•  Compressible  Turbulence 


WEDNESDAY,  21  JUNE  1989 


B£A.Q.TJIiG.-JFJLQ.yV 

Chair:  A  S  Nejad 

Air  Force  Wright  Aeronautical  Laboratories 


8:00  -  8:30 

8:30  -  9:00 

9:00  -  9:30 

9:30  -  10:00 

10:00  -  10:30 


Chemical  Kinetic  and  Aerodynamic  Structures  of  Flames 
C  K  Law,  Princeton  University 

Premixed  Turbulent  Flame  Propagation 
D  A  Santavicca,  The  Pennsylvania  State  University 

Local  Extinction  Mechanisms  in  Non-Premixed  Turbulent 
Combustion 

S  M  Correa  and  A  Gulati 

General  Electric  Corporate  Research  and  Development  Center 
Combustion  Research 

W  M  Roquemore,  USAF  Aero  Propulsion  and  Power  Laboratory 

BREAK 


10:30 


11:00 


Numerical  Investigation  of  Turbulent  Flame  Sheets 
S  B  Pope,  Cornell  University 


11:00 


11:30 


Time  Dependent  Simulation  of  Turbulent  Combustion 

H  R  Baum  and  R  G  Rehm 

National  Institute  of  Standards  and  Technology 
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1 1 :30  - 

12:00 

Numerical  Simulation  of  Turbulent  Combustion  Using  Vortex  Methods 
A  F  Ghoniem,  Massachusetts  Institute  of  Technology 

12:00  - 

12:30 

Fundamental  Studies  on  Spray  Combustion  and  Turbulent  Combustion 
W  A  Sirignano,  G  S  Samuelsen  and  R  H  Rangel 

University  of  California  at  Irvine 

12:30  - 

2:00 

LUNCH 

2:00  - 

5:00 

ADMINISTRATIVE  SESSION 

Contractors  are  required  to  attend  (see  page  10) 

WEDNESDAY,  21  JUNE  1989 

ENERGETIC  MATERIALS 

Chair:  G  Vogt 

Air  Force  Astronautics  Laboratory 

8:30  - 

9:30 

PHYSICAL  STATE  DEPENDENCE  AND  MECHANISTIC 
RELATIONSHIPS  BETWEEN  DECOMPOSTION  AND 
COMBUSTION 

Scott  A  Shackeifold 

Major,  United  States  Air  Force 

Frank  J  Seiler  Research  Laboratory 

9:30  - 

10:00 

The  Heat  Flow, Chemistry  Interface  in  Fast-Heated  Energetic 
Materials 

T  B  Brill,  University  of  Delaware 

10:00  - 

10:30 

Structure  of  Laminar  Premixed  CH4/N2O  and  CH2O/N2O  Flames 

M  C  Branch,  University  of  Colorado 

10:30  - 

11:00 

BREAK 

11:00  - 

11:30 

High  Pressure  Combustion  Kinetics  of  Propellants 

T  Edwards,  USAF  Astronautics  Laboratory 

11:30 


12:00 


Solid  Fuel  Combustion 
J  S  Tien  and  N  A  Messaoudene 
Case  Western  Reserve  University 
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12:00  - 

12:30 

High  Speed  Laser  Photography  of  Burning  Solid  Fuel 

R  Becker,  University  of  Dayton 

12:30  - 

2:00 

LUNCH 

2:00  - 

5:00 

ADMINISTRATIVE  SESSION 

Contractors  are  required  to  attend  (see  below) 

ADMINISTRATIVE  SESSION 

2:00  - 

2:15 

Michael  J  Salkind,  Director  of  Aerospace  Sciences,  Air  Force 
Office  of  Scientific  Research 

2:15  - 

2:35 

I.  AFOSR  Sponsored  Research  in  Airbreathing  Combustion 

II.  AFOSR  Sponsored  Research  in  Diagnostics  of  Reacting  Flow 
Julian  M  Tishkoff,  Air  Force  Office  of  Scientific  Research/NA 

2:35  - 

3:05 

Mitat  A  Birkan,  Air  Force  Office  of  Scientific  Research/NA 

3:05  - 

3:25 

BREAK 

3:25  - 

3:45 

Spiro  Lekoudis,  Office  of  Naval  Research 

3:45  - 

4:15 

Gabriel  Roy,  Office  of  Naval  Research 

4:15  - 

5:00 

General  Questions 

5:00  - 

6:00 

Business  Meetings  -  AFOSR  and  ONR  Contractors  and  Grantees  only 

7:00  - 

? 

BANQUET 

THURSDAY,  22  JUNE  1989 

COMPRESSIBLE  TURBULENCE 
Chair:  S  Lekoudis 
Office  of  Naval  Research 

8:15  -  8:45  Direct  Numerical  Simulation  of  Compressible  Turbulence  and 

Aerodynamic  Noise 
P  Moin,  Stanford  University 


8:45 


9:15 


Numerical  Simulation  of  Control  of  Supersonic  Shear  Layers 
L  N  Sankar,  Georgia  Institute  of  Technology 


9:15  -  9:45 


9:45  -  10:15 


10:15  -  10:45 


Instabilities  in  Supersonic  Turbulent  Mixing  Layers 

S  A  Ragab  and  J-L  Wu 

Virginia  Polytechnic  Institute  and  State  University 

Destabilization  of  Supersonic  Free  Shear  Layers  by  Parametric 
Excitation 

C  K  W  Tam,  Florida  State  University 

BREAK 


10:45  -  11:15  Mixing  in  Supersonic  Shear  Layers 

M  Samimy,  The  Ohio  State  University 

11:15  -  11:45  Mixing  Control  in  Supersonic  Shear  Layers 

P  J  Morris,  D  K  McLaughlin  and  G  S  Settles 
The  Pennsylvania  State  University 

1 1 :45  -  12:15  Experimental  Study  of  the  Growth  Rate  Enhancement  of  Compressible 

Turbulent  Free  Shear  Layers 
D  Dolling,  University  of  Texas  at  Austin 


THURSDAY,  22  JUNE  1989 


8:30  -  12:00  WORKSHOPS: 

•  Liquid  Rocket  Combustion  Instability 
Chair:  W  A  Sirignano 

University  of  California 

•  Chemi-lonization  in  Flames 
Chair:  B  Ganguly 

Wright  Research  and  Development  Center 


12:00  -  1:00  LUNCH 


INSTABILITY 
Chair:  P  Kessei 

Air  Force  Astronautics  Laboratory 


1:00  -  2:00  A  REVIEW  OF  COMBUSTION  INSTABILITIES  IN 

PROPULSION  SYSTEMS 
F  E  C  Culick 

California  Institute  of  Technology 
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2:00  -  2:30  A  Perturbation  Study  of  Acoustic  Propagation  in  a  Low  Mach 

Number  Shear  Flow 
D  R  Kassoy,  University  of  Colorado 

2:30  -  3:00  Numerical  Investigation  of  Energy  Exchange  Mechanisms  Between  the 

Mean  and  Acoustic  Flow  Fields  in  Solid  Rocket  Combustion  Chambers 
J  D  Baum,  Scientific  Applications  International  Corporation 

3:00  -  3:30  BREAK 

3:30  -  4:00  Flame-Acoustic  Wave  Interactions  During  Axial  Solid  Rocket 

Instabilities 

B  T  Zinn,  B  R  Daniel  and  U  G  Hegde 

Georgia  Institute  of  Technology 

4:00  -  4:30  Fractal  Image  Compression  of  Rayleigh,  Raman,  LIF  and  LV  Data  in 

Turbulent  Reacting  Flow 

W  C  Strahle  and  J  I  Jagoda,  Georgia  Institute  of  Technology 

4:30  -  5:00  Plume  Technology 

D  P  Weaver  and  D  H  Campbell 
USAF  Astronautics  Laboratory 


FRIDAY,  23  JUNE  1989 


Chair:  D  Byers 
NASA  Lewis  Research  Center 


8:30  - 

9:30 

ADVANCEMENTS  IN  PLASMA  PROPULSION 

Robert  Vondra 

W  J  Schafer  Associates 

9:30  - 

9:55 

Laser  Thermal  Propulsion 

D  Keefer,  University  of  Tennessee  Space  Institute 

9:55  - 

10:20 

Plasma  Scaling  Mechanisms  for  Continuous  Wave  Laser  Propulsion 
H  Krier  and  J  Mazumder 

University  of  Illinois  at  Urbana-Champaign 

10:20  - 

10:40 

BREAK 

10:40  - 

11:05 

Transport  Processes  in  Beamed  Energy  Propulsion  Systems 

R  A  Beddini,  University  of  Illinois  at  Urbana-Champaign 

11:05  - 

11:30 

Coupling  Between  Gas  Dynamics  and  Microwave  Energy  Absorption 

M  M  Micci,  The  Pennsylvania  State  University 
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11:30  - 

11:55 

Heating  of  a  Liquid/Vapor  Mixture  by  a  Pulsed  Electric  Discharge 

R  L  Burton  and  B  K  Hilko,  GT-Devices,  Inc. 

11:55  - 

1:30 

LUNCH 

1:30  - 

1:55 

The  Physics  of  High  Voltage  Solar  Arrays  in  Contact  With  the  Space 
Plasma 

D  E  Hastings,  Massachusetts  Institute  of  Technology 

1:55  - 

2:20 

Fundamental  Research  on  the  ECR  Plasma  Thruster 

F  E  C  Culick  and  J  C  Sercel,  California  Institute  of  Technology 

2:20  - 

2:45 

Basic  Processes  of  Plasma  Propulsion 

H  O  Schrade,  University  of  Stuttgart 

2:45  - 

3:10 

Nonequilibrium  and  Radiation  in  MPD  Plasmas:  Two  Fluid 
Numerical  Simulations 

M  Martinez-Sanchez,  Massachusetts  Institute  of  Technology 

3:10  - 

3:40 

BREAK 

3:40  - 

4:05 

Fundamental  Research  on  Erosion  in  Magnetoplasmadynamic 
Thrusters 

V  V  Subramaniam  and  J  W  Rich,  The  Ohio  State  University 

4:05  - 

4:30 

Propulsion  Research  on  the  Hybrid  Plume  Plasma  Rocket 

T  F  Yang,  F  R  Chang-Diaz,  X  Yao,  S  Y  Peng, 

W  A  Krueger  and  J  Urbahn 

Massachusetts  Institute  of  Technology 

4:30  - 

4:55 

MPD  Thrust  Chamber  Flow  Dynamics 

P  J  Turchi,  J  F  Davis  and  N  F  Roderick,  R  &  D  Associates 

A  STUDY  OF  MIXING  AND  COMBUSTION  IN  SUPERSONIC  FLOWS 


Air  Force  Contract  No.  F49620-86-K-0022 

Principal  Investigators:  C.  T.  Bowman,  R.  K.  Hanson,  M.  G.  Mungal,  and  W.  C.  Reynolds 


Department  of  Mechanical  Engineering 
Stanford  University 
Stanford,  CA  94305 


SUMMARY/OVERVIEW: 

An  experimental  and  computational  investigation  of  supersonic  combustion  flows  is  being 
conducted  to  gain  a  more  fundamental  understanding  of  mixing  and  chemical  reaction  in 
supersonic  flows.  The  research  effort  comprises  three  interrelated  elements:  (1)  an  experimental 
study  of  mixing  and  combustion  in  a  supersonic  mixing  layer,  (2)  development  of  laser-induced 
fluorescence  techniques  for  time-resolved,  two-dimensional  imaging  of  species  concentration, 
temperature  and  velocity;  and  (3)  numerical  simulations  of  compressible  reacting  flows. 

TECHNICAL  DISCUSSION: 

Advanced  air-breathing  propulsion  systems  offer  the  potential  of  higher  performance  than 
conventional  rocket  engines  for  hypersonic  flight.  Of  particular  interest  are  propulsion  systems 
in  which  combustion  occurs  in  supersonic  flow.  However,  our  current  understanding  of  the 
fundamental  aspects  of  supersonic  reacting  flows  is  inadequate  to  support  the  development  of 
these  propulsion  systems.  To  help  achieve  this  understanding,  we  are  conducting  a  coordinated 
experimental  and  computational  investigation  of  compressible  reacting  flows.  The  individual 
elements  of  this  investigation  and  recent  results  are  described  below. 

Experiments  on  Mixing  and  Reaction  in  Supersonic  Flow 

An  experimental  study  of  mixing  and  combustion  in  supersonic  flows  is  being  conducted  in  a 
two-stream,  supersonic  mixing  layer  facility,  Fig.  1.  The  facility  is  capable  of  providing  a  high¬ 
speed  Mach  2  airstream  and  a  low-speed  stream  of  up  to  Mach  1,  with  variable  stagnation 
temperatures.  Our  initial  experiments  have  focused  on  measurement  of  the  detailed  structure  of 
the  mixing  layer  under  compressible  conditions  at  a  convective  Mach  number  of  0.6.  The 
primary  diagnostics  have  been  short-time-exposure  Schlieren  images  and  planar  laser  Mie 
scattering  images  from  alcohol  droplets  seeded  into  one  steam  to  mark  the  mixing  region.  Fig.  2 
shows  a  typical  instantaneous  planar  Mie  scattering  image  of  the  initial  region  of  the  mixing 
layer,  with  the  laser  sheet  cutting  the  centerline  of  the  flow.  In  this  figure  there  is  evidence  of 
organization  that  is  seen  in  Schlieren  images  together  with  a  considerable  amount  of  fine  detail. 
Similar  scattering  images  from  other  viewing  planes  suggest  a  flow  which  is  much  more  three- 
dimensional  than  is  evident  in  incompressible  mixing  layers.  In  the  near  future.  Planar  Laser- 
Induced  Fluorescence  will  be  used  to  obtain  additional  measurements  of  flow  structure  and  also 
the  probability  density  function  of  mixture  fraction. 

In  addition  to  the  experimental  work,  we  have  developed  a  simplified  flow  model  for  a  reacting 
supersonic  mixing  layer,  with  full  chemistry  This  model,  which  is  based  on  the  Broadwell- 
Breidenthal  model  for  incompressible  mixing  layers,  is  being  used  to  determine  the  range  of 
experimental  conditions  to  be  employed  in  the  reacting  flow  experiments.  These  experiments 
will  employ  hydrogen  as  a  fuel. 


Fig.  1  Stanford  Supersonic  Shear  Flow  Facility 


Fig.  2  Single-Shot  Planar  Mie  Scattering  Image  of  Supersonic  Mixing  Laver  at  Convective 
Mach  Number  0.6. 

Development  of  Supersonic  Flow  Diagnostics 

This  research  is  aimed  at  establishing  flowfield  imaging  diagnostics  based  on  Planar 
Laser-Induced  Fluorescence  (PLIF).  Successful  techniques  will  subsequently  be  applied  in  the 
supersonic  mixing  layer  facility. 

Work  during  the  past  year  has  been  in  four  areas:  (1)  facility  development;  (2)  imaging 
camera  development;  (3)  fluorescence  spectroscopy  modelling;  and  (4)  PLIF  imaging. 

In  order  to  provide  test  environments  for  investigating  new  PLIF  imaging  concepts,  we 
have  built  three  new  flow  facilities:  (1)  a  small,  electrically-heated  supersonic  jet,  which 
provides  continuous  flow  capability  to  Mach  7  with  a  range  of  gases;  (2)  a  75  kW  RF  plasma- 
heated  supersonic  tunnel  which  can  provide  stagnation  conditions  of  up  to  4  atm  and  5000  K 
(equilibrium  temperature)  in  mixtures  of  air  and  argon:  and  (3)  a  pressure-driven  shock  tube  and 
tunnel  which  can  generate  a  wide  range  of  pulsed-flow  gas  conditions  and  velocities.  All  three 
facilities  are  operational,  although  some  difficulties  remain  in  stabilizing  undesired  plasma 
discharges  in  the  plasma-heated  tunnel. 


In  the  area  of  solid-state  camera  development,  work  was  completed  on  two  new  intensified 
camera  systems:  a  photodiode  array  camera  with  interchangeable  128x128  and  256x256  pixel 
arrays  and  a  new  video-compatible  CCD  array  (240x512  pixels).  The  virtues  of  the  photodiode 
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array  system  are  its  high  sensitivity,  variable  framing  rate  (to  400  Hz  for  the  128x128  array),  and 
frame-on-dcmand  capability;  the  latter  characteristic  is  needed  in  pulsed  flow  facilities  such  as 
the  shock  tube/tunnel.  The  CCD  camera,  on  the  other  hand,  operates  at  a  fixed  framing  rate 
(60  Hz),  but  provides  higher  spatial  resolution  and  convenient  scale-up  to  multiple-camera 
systems. 

With  regard  to  spectroscopic  modelling,  we  have  continued  development  of  computer 
codes  for  optimization  and  interpretation  of  PLIF  images  in  02,  OH  and  NO.  The  code  has  been 
extended  to  describe  excitation  of  NO  in  the  D<—  X  and  B*-X  bands.  These  bands  provide 
strong  overlaps  with  tunable  ArF  lasers  near  193  nm,  leading  to  substantial  improvements  in 
SNR  for  PLIF  imaging  of  NO  at  elevated  temperatures.  Recent  experiments  confirm  that  signal 
enhancements  in  excess  of  20  can  be  achieved  with  this  approach,  leading  to  the  ability  to  image 
low  levels  of  NO  in  supersonic  flow  experiments. 

Several  new  experiments  involving  PLIF  imaging  in  supersonic  flows  have  been  carried 
out.  Recent  experiments  have  focussed  on  imaging  NO,  L,  02  and  OH  under  a  variety  of 
conditions.  As  an  example.  Fig.  3  illustrates  recent  images  of  OH  obtained  in  a  supersonic  jet  of 
H2  in  air.  The  underexpanded  jet  of  fuel  exited  from  a  2.4  mm  tube  into  hot  air.  The  excitation 
was  provided  by  a  tunable,  narrow-linewidth  XeCl  laser,  with  detection  by  an  intensified  CCD 
camera.  Such  images  provide  a  clear  determination  of  the  turbulent  flame  structure,  and  the  high 
SNR  will  enable  detailed  image-processing  analysis  for  comparison  with  flame  models.  An 
overview  of  recent  work  on  PLIF  techniques  in  supersonic  flow  is  given  in  Ref.  1. 

In  the  area  of  velocity  imaging,  progress  has  been  made  with  a  new  broadband  laser 
concept.  This  approach  allows  determination  of  supersonic  flow  velocities  via  the  Doppler 
effect  using  a  single  laser  shot  (Ref.  2).  In  essence,  the  method  involves  measuring  the  Doppler 
shift  of  a  spectroscopically-accessible  molecular  component  of  the  flow.  Initial  results  have 
been  obtained  in  an  underexpanded  N.,  jet  seeded  with  a  low  level  of  NO.  As  seen  in  Fig.  4,  the 
agreement  between  the  experiment  arid  a  known  correlation  for  the  centerline  velocity  is  good. 
The  PLIF  method  yields  the  instantaneous  velocity  at  a  very  large  number  of  flowfield  points  (up 
to  122,800  for  our  current  240x512  array),  which  is  an  important  advantage  over  various  laser¬ 
marking  schemes  based  on  time-of-flight  concepts. 


Centerline  Mach  Number 


x/D  (Centerline  Distance) 


Fig.  3  PLIF  image  of  OH 

in  M  =  3  F^-air  flame 


Fig.  4  PLIF  velocity  result 
for  a  supersonic  jet 


Numerical  Simulation  of  Compressible  Flow 


In  the  simulation  phase  of  this  program,  we  have  examined  the  hydrodynamic  stability  of 
supersonic  mixing  layers  .  It  was  found  that  the  growth  rate  of  the  most  amplified  mode  is  a 
good  estimator  of  the  growth  rate  of  the  shear  layer.  At  low  convective  Mach  numbers,  this 
mode  is  two-dimensional  and  leads  to  the  familiar  large-scale  transverse  vortices;  but,  above 
Mc  =  0.6,  three-dimensional  modes  dominate,  which  suggests  that  the  large-scale  turbulence 
structure  will  be  strongly  three-dimensional  at  high  Mach  numbers.  This  has  been  confirmed  by 
direct  numerical  simulations,  which  reveal  a  complex  three-dimensional  structure  involving  an 
interwoven  mesh  of  strong  oblique  and  weaker  transverse  vortices.  Fig.  5. 

We  are  also  conducting  direct  numerical  simulations  of  homogeneous  compressible  turbulence, 
with  the  expectation  that  this  work  will  lead  to  better  understanding  and  modeling  of  the  small- 
scale  structures  in  supersonic  shear  flows  that  are  important  in  the  ultimate  molecular  mixing. 


Fig.  5  Low-pressure  surface  in  the  simulated  mixing  layer  at  Mc  =  0.8.  Note  the  strongly 
oblique  nature  of  the  primary  large-scale  vortices. 
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Summary /Overview: 

The  research  reported  here  is  directed  toward  producing  rapid  mixing  and  combustion 
between  coflowing  streams  of  hydrogen  gas  and  air  under  conditions  which  are  of  interest 
in  the  combustion  chamber  of  engines  being  developed  for  the  NASA  vehicle.  Enhanced 
mixing  is  achieved  by  passing  weak  shock  waves  over  masses  of  hydrogen  embedded  in 
much  higher  density  air.  Experimental  and  computational  programs  axe  described. 

Technical  Discussion: 

The  fuel  used  in  hypersonic  engines  must  also  be  used  to  cool  the  engine  and  vehicle 
and,  if  the  coolant  flow  rate  exceeds  that  required  for  stoichiometric  combustion,  the 
performance  of  the  vehicle  will  be  severely  penalized.  Consequently,  the  time  available  for 
mixing  and  combustion  will  often  be  limited  by  the  allowable  length  of  the  engine  and 
methods  of  enhancing  the  rate  of  mixing  and  combustion  must  be  developed. 

In  the  current  project,  the  process  of  shock  enhanced  mixing  is  under  study  in  a 
program  which  includes  studies,  in  a  17'  shock  tube,  of  shock  induced  mixing  between 
two-dimensional  cylinders  of  helium  and  air,  and  a  study  of  combustion  in  a  vortex  which 
is  being  carried  out  in  a  small  combustion  test  facility.  This  AFOSR  program  has  been 
complemented  by  a  second  program  supported  by  NASA  which  has  made  possible  a  Mach 
6  wind  tunnel  test  of  an  injector  system  based  on  the  results  of  the  AFOSR  program.  This 
work  has  been  supported  by  extensive  calculations,  made  with  an  Euler  code,  of  the  shock 
induced  mixing  produced  by  the  shock  tube  and  nozzle  flows. 

The  work  described  in  the  following  paragraphs  concerns  the  shock  tube  experiments 
and  the  accompanying  calculations.  The  studies  of  vortex  burning  and  the  wind  tunnel 
tests  are  described  in  a  second  abstract  prepared  for  this  meeting. 

Shock  Enhanced  Mixing: 

The  mixing  concept  is  illustrated  in  Figure  1,  where  we  picture  a  cylindrical  stream 
of  hydrogen,  flowing  parallel  with  a  supersonic  air  stream,  intersected  by  a  weak  oblique 
shock  wave.  As  a  result  of  the  large  differences  between  the  properties  of  hydrogen  and 
air,  strong  streamwise  vorticity  is  generated  at  the  interface  between  the  hydrogen  and 
air.  This  vorticity  distorts  the  cylindrical  cross  section  within  a  fraction  of  a  millisecond, 
see  Figure  2.  This  process  extends  the  interface  enormously  and  the  shear  layer  formed 
at  the  interface  by  the  vorticity  leads  to  an  instability  of  the  interface.  Both  processes 
promote  rapid  mixing  to  the  molecular  level  which  is  required  for  chemical  reaction.  The 
left  hand  sketch  in  Figure  2  illustrates  the  vorticity  distribution  in  a  cylinder  of  helium 
immediately  after  the  passage  of  the  shock,  the  second  two  figures  are  a  density  map 
calculated  for  a  time  0.3  ms  after  the  passage  of  the  shock  and  a  shadowgraph  obtained 
at  the  corresponding  time. 


Distorted  Jet 


Figure  1.  Distortion  of  Hydrogen  Jet  in  Hypervelocity  Air  Stream. 


Figure  2.  Vorticity  Distribution,  Computation  and  Shadowgraph 

of  Distorted  Hydrogen  Jet 


The  possibility  of  examining  a  streamwise  developing  process  in  terms  of  one  that 
develops  in  time  allows  a  difficult  continuous  hypersonic  flow  experiment  to  be  replaced 
with  a  time  resolved  shock  tube  experiment  having  the  advantage  of  superior  diagnostic 
access.  The  research  program  using  the  17'  shock  tube  had  its  genesis  in  an  investigation 
initiated  by  Sturtevant  in  the  early  1980’s,  culminating  in  a  recent  paper,  Sturcevant  and 
Haas  (1986),  concerning  the  scattering  of  shock  waves  by  gas  inhomogeneities  in  the  at¬ 
mosphere.  Our  program  undertaken  in  1986  focused  on  the  distortion  and  rapid  mixing 
of  the  inhomogeneity  itself,  interpreting  time  elapsed  in  the  shock  tube  experiment  as  the 
distance  downstream  of  injection,  as  detailed  above.  The  principle  quantitative  technique 
employed  was  the  laser  induced  fluorescence  of  biacetyl.  Using  this  technique,  Marble  et 
al  (1987)  and  Jacobs  (1988),  it  was  possible  to  record  light  gas  density  distributions  (imply¬ 
ing  the  degree  of  mixing  between  fuel  and  air)  within  a  one  millimeter  thick  cross  section 
of  the  cylinder  with  a  time  resolution  of  a  few  microseconds.  Extensive  use  was  made  of 
spark  shadowgraphs,  which  give  the  local  density  gradient  in  the  field,  as  a  supplement  to 
the  fluorescence  data. 

The  extensive  research  program  we  have  pursued  over  the  past  three  years  has  con¬ 
firmed  the  potentiality  of  shock  enhancement  as  a  means  of  controlling  and  accelerating  the 
rate  of  mixing  between  gases  of  very  different  molecular  weights.  Equally  important,  it  has 
clarified  and  focused  our  perception  of  the  basic  issues,  both  scientific  and  technological, 
that  control  and  limit  the  mixing  process,  and  determine  its  scaling  laws;  issues  that  must 
be  faced  in  the  process  of  transferring  the  concept  to  a  practical  hypersonic  combustor. 

One  of  the  most  challenging  of  these  is  what  we  may  refer  to  as  stabilized  stratification. 
In  our  situation,  the  vorticity  at  the  interface  between  hydrogen  and  air  creates  an  unstable 
shear  layer  which  will,  under  usual  circumstances,  develop  into  a  strong  mixing  layer.  On 
the  other  hand,  the  configuration  of  the  vortex  with  the  lower  molecular  weight  gas  near  the 


center,  tends  to  be  stabilized  against  shear  instability  by  a  strong  centripetal  acceleration 
associated  with  the  circulation  of  the  vortex. 
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Density  Vorticity 

Figure  S.  Density  and  Vorticity  Contours  .29  ms  after  Shock  Impingement 

The  laser  induced  fluorescence  photographs  provide  vital  information  in  this  regard. 
Initially  the  cylindrical  cross  section  develops  strong  mixing  at  the  interface.  As  the 
motion  develops,  a  change  takes  place  that  can  be  most  easily  understood  by  examining 
the  computations.  Figure  3  shows  density  and  vorticity  contours  at  a  time  corresponding 
to  approximately  .29  ms.  At  about  .79  ms  the  same  physical  quantities,  Figure  4,  show 
that  the  vorticity  has,  to  a  remarkable  extent,  migrated  to  the  right-hand  portion  of  the 
structure,  leaving  the  left-hand  portion  largely  free  from  vorticity.  For  later  times,  these 
two  regions  behave  in  completely  different  manners;  the  vorticity-free  region  mixes  rapidly 
whereas  the  material  containing  the  vorticity  forms  a  symmetric  vortex.  The  consequence 
is  most  clearly  exhibited  by  the  rates  with  which  the  helium  mixes  in  each  of  these  regions. 
Figure  5  shows  that  the  region  containing  the  vorticity  mixes  the  more  slowly  of  the  two, 
giving  weight  to  the  contention  that  mixing  of  the  region  on  the  right  is  being  retarded  by 
the  mechanism  of  stable  stratification.  The  computations  from  a  later  stage  of  the  process, 
Figure  4,  confirm  the  symmetric  vortex-like  configuration  of  the  right  hand  portion  of  the 
structure. 
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Density  Vorticity 

Figure  4 •  Density  and  Vorticity  Contours  .79  ms  after  Shock  Impingement 

We  are  now  investigating  the  utilization  of  shock  interaction  to  destabilize  this  structure 
through  redistribution  of  the  vorticty. 
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Figure  5.  Mixing  Histories  for  Non-  Vortical  and  Vortical  Regions 
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The  experience  that  we  have  had  in  the  conception,  design  and  computational  study 
of  the  hypersonic  injector  utilizing  shock  enhancement,  has  given  a  relevant  framework 
within  which  to  study  basic  issues  of  the  problem  that  are  not  evident  in  the  shock  tube 
study.  The  first  and  most  obvious  of  these,  which  was  justifiably  suppressed  when  the 
mechanism  was  being  confirmed  in  the  shock  tube  study,  was  the  shear  layer  that  develops 
when  the  hydrogen  jet  moves  at  a  different  velocity  than  the  air.  The  boundary  layer,  that 
develops  along  the  inlet  ramp  and  surface  of  the  combustor  in  which  the  injector  is  installed, 
likewise  introduces  a  vorticity  component  normal  to  the  flow  direction.  The  interaction  of 
vorticity  component  normal  to  the  direction  of  flow,  created  by  the  shear,  with  streamwise 
vorticity,  which  we  have  generated  by  the  shock  interaction,  is  a  fundamental  issue  that 
requires  investigation. 

A  final  point  can  not  be  made  too  emphatically.  A  SCRamjet  engine,  because  of  the 
immense  difficulty  of  incorporating  a  variable  geometry  structure  to  withstand  its  very 
hostile  atmosphere,  must  be  able  to  adapt  its  internal  flow  mechanics  to  a  considerable 
variety  of  internal  Mach  numbers,  air  pressure  and  temperature  and  hydrogen  mixture 
ratio.  In  particular,  a  fixed  internal  configuration  has  poor  tolerance  for  uncertainties 
in  the  heat  release  pattern  along  the  flow  path.  There  is,  for  minimizing  pressure  losses 
and  heat  transfer  rate,  an  optimum  heat  release  pattern  which  is  different  for  different 
operating  points,  and  may  be  achieved  only  by  carefully  controlled  distributed  injectors.  It 
is  immediately  clear  that  shock  enhancement  and  some  variability  of  the  injection  nozzles, 
can  provide  a  powerful  means  of  controlling  the  heat  release  pattern  with  moving  parts 
residing  out  of  the  high  temperature  regions  of  the  combustor. 
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SUMMARY/OVERVIEW: 

Major  emphasis  has  been  placed  upon  the  study  of  compressible,  turbulent  reactive  free  shear 
layers  due  to  the  renewed  interest  in  hypersonic,  air-breathing  propulsion  wherein  the  higher  flight 
Mach  numbers  require  supersonic  flow  throughout  the  combustion  chamber  [1].  How  the  mixing 
process  depends  upon  compressibility,  as  well  as  other  parameters  of  the  free  shear  layer  including 
the  freestream  velocity  ratio,  density  ratio,  and  heat  release  rate,  is  under  investigation  in  an 
experimental  study  of  the  two-dimensional,  compressible,  turbulent  reactive  free  shear  layer  at  the 
University  of  Illinois  [2-5].  Research  is  centered  on  the  mixing  and  combustion  between  two 
high-speed  streams  wherein  one  of  the  streams  is  operated  supersonically  and  the  other  is  operated 
at  either  slightly  supersonic  or  subsonic  conditions.  In  addition,  either  stream  may  be  heated  by 
means  of  a  nonvitiated  ga.s-fired  heat  exchanger  and/or  the  lower  Mach  number  stream  may  be 
supplied  as  either  the  fuel- lean  or  fuel-rich  products  of  combustion  from  a  "gas  generator." 

TECHNICAL  DISCUSSION: 


Introduction 

During  the  past  three  years,  the  dual-stream  experimental  flow  system  has  been  constructed 
and  flow  visualization  results  and  mean  and  turbulent  velocity  field  data  have  been  acquired  for 
several  operating  conditions.  Figure  1  schematically  represents  the  existing  airflow  facility 
indicating  the  valving  and  plumbing  necessary  to  supply  air  to  both  streams  of  the  dual-stream  test 
section.  Figure  2  provides  more  details  of  the  test  section  showing  the  flow  conditioning  and 
measurement  equipment,  nozzle  blocks,  splitter  plate  separating  the  two  high-speed  streams,  and 
the  0.5  meter  long  test  section  with  adjustable  cross  section.  Non-intrusive,  laser-based  diagnostic 
techniques  including  spark  and  laser  schlieren  for  flow  visualization,  laser  doppler  velocimetry 
(LDV)  for  mean  and  turbulence  velocity  measurements,  planar  laser-induced  fluorescence  (PLIF) 
for  temperature  and  species  concentration  measurements,  and  particle  image  velocimetry  (PIV)  for 
planar  velocity  measurements  at  a  given  instant  are  being  developed  and  employed. 

Laser  Doppler  Velocimetry  Measurements 

Two-component  mean  and  turbulent  velocity  field  measurements  of  the  nonreactive  mixing 
layer  have  been  completed  for  a  total  of  four  operating  conditions.  The  LDV  system  has  also  been 
used  to  measure  velocity  autocorrelations  and  to  demonstrate  the  behavior  of  fluid  entrained  into 
the  mixing  layer.  The  operating  conditions  of  three  of  the  four  cases  studied  to  date  include 
velocity  ratios  (secondary-to-primary)  of  0.79,  0.58,  and  0.20  corresponding  to  density  ratios  of 
0.76,  1.56,  and  0.56  and  convective  Mach  numbers  of  0.20,  0.45,  and  0.69,  respectively.  The 
operating  conditions  of  a  fourth  case  are  identical  to  those  listed  for  the  first  except  that  the 
freestream  turbulence  intensity  of  the  secondary  stream  was  higher  to  study  the  influence  of  this 
parameter.  For  each  flow  field,  transverse  profiles  of  the  two-component  velocity  field  have  been 
measured  at  several  axial  locations  including  the  inlet  ffeestreams  and  splitter  plate  boundary  layers 
to  document  the  initial  conditions.  The  mean  and  turbulent  velocity  field  measurements  have  been 
used  to  examine  the  development,  similarity,  and  entrainment  behavior  and  to  accurately  determine 
growth  rates  of  the  mixing  layer.  In  addition  to  the  mean  velocity  components,  higher-order 
moments  and  cross-products  have  also  been  determined  from  the  histograms  of  velocity 
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realizations  at  each  measurement  location.  A  typical  example  of  the  normalized  stream  wise  mean 
velocity  profile  development  is  presented  in  Fig.  3.  The  measured  growth  rate  for  the  most  recent 
case  is  approximately  one  half  the  value  observed  for  incompressible  mixing  layers  at  the  same 
velocity  ratio  and  de.isity  ratio  so  that  significant  compressibility  effects  are  present  for  this 
condition.  A  decrease  in  the  normalized  peak  turbulence  intensity  of  approximately  20%  has  also 
been  observed  for  this  case  in  comparison  to  the  previous  cases  of  this  study  which  had  a  smaller 
convective  Mach  number  (of  value  0.20).  Normalized  growth  rates  for  the  cases  [5]  which  have 
been  examined  are  presented  in  Fig.  4. 

Future  LDV  work  will  include  examining  additional  cases,  particularly  those  at  higher 
convective  Mach  numbers.  Because  of  the  dearth  of  experimental  information  in  this  area,  we 
believe  that  obtaining  this  data  is  crucial  to  improving  the  general  state  of  knowledge  of 
compressible  mixing  layers.  Two  of  the  future  cases  to  be  examined  will  have  the  same  velocity 
and  density  ratios  but  different  convective  Mach  numbers.  Therefore,  comparison  of  these  cases 
will  demonstrate  the  isolated  effects  of  compressibility.  Two  of  the  other  future  cases  will  also 
have  identical  operating  conditions  except  that  for  one  the  secondary  stream  will  have  excess  fuel  in 
order  to  study  the  effects  of  heat  release  on  shear  layer  development.  An  interesting  feature  of 
these  two  cases  is  that  the  lower  Mach  number  stream  has  a  higher  freestream  velocity  than  the 
higher  Mach  number  stream  because  the  secondary  is  heated.  However,  a  more  fundamental 
difference  about  these  cases,  as  compared  to  the  others,  is  that  the  secondary  stream  has  a  higher 
momentum  flux  than  the  primary  stream  which  could  affect  the  manner  in  which  the  mixing  layer 
develops.  Comparison  of  one  of  these  cases  with  the  first  case  already  studied  will  also 
demonstrate  the  isolated  effects  of  density  ratio  since  the  velocity  ratio  and  convective  Mach 
number  will  be  the  same  for  the  two  cases.  Finally,  one  of  the  future  cases  will  have  a  supersonic 
convective  Mach  number  of  approximately  1.2,  the  highest  convective  Mach  number  that  can  be 
achieved  in  our  facilities. 


Shear  Laver  Combustion  Experiments 

A  significant  goal  of  the  ongoing  research  program  is  concerned  with  the  study  of  the 
interaction  between  mixing  and  combustion  (heat  release)  in  a  quasi-two  dimensional,  supersonic 
mixing  layer.  To  accomplish  this  goal,  a  methodology  has  been  developed  for  safely  producing 
and  working  with  reactive  gas  streams  in  the  wind  tunnel  facility.  A  basic  design  for  a  high- 
capacity  reactive  flow  gas  generator  (RFGG)  has  been  established  and  the  initial  phase  of 
construction  of  this  device  has  been  completed.  This  new  facility  is  shown  as  part  of  Fig.  1.  An 
extensive  safety  check-out  has  been  conducted,  preliminary  fueled  firings  of  the  RFGG  have  been 
made,  and  a  set  of  trial  runs  has  established  appropriate  control  parameters  and  verified  that  the 
RFGG  is  capable  of  performing  as  designed.  Figure  5  shows  an  internal  cross-sectional  view  of 
the  RFGG.  Low  temperature  compressed  air  is  supplied  to  a  large  nozzle-mixing  burner  at  the  top 
of  the  0.60  m  diameter,  3  m  long  cylindrical  combustion  chamber.  The  burner  can  open  e  with 
air  flows  up  to  0.58  kg/s  at  chamber  pressures  up  to  515  kPa  absolute. 

The  RFGG  is  essentially  a  vitiating  air  heater  connected  in-line  with  the  dual  stream  wind 
tunnel  fueled  by  natural  gas  that  can  operate  in  either  a  fuel-lean  or  a  fuel-rich  mode.  In  the  fuel- 
rich  mode,  the  burner  will  be  operated  nearly  stoichiometricallv  to  convert  most  of  the  free  oxygen 
in  the  air  stream  to  carbon  dioxide  and  water.  Downstream  of  the  burner,  additional  fuel  will  then 
be  injected  into  the  oxygen-deficient  gas  stream  to  generate  an  overall  very  fuel-rich  mixture.  In 
this  mode  (equivalence  ratio  above  2.5),  thermochemical  calculations  indicate  that  the  system  will 
produce  a  high  temperature,  combustible  gas  stream  composed  of  large  amounts  of  hydrogen  (H2) 
and  carbon  monoxide  (approximately  24%  and  14%  by  volume,  respectively).  Therefore,  the 
RFGG  will  supply  a  hot  fuel-rich  stream  to  one  side  of  the  shear  layer  which  will  mix  and  bum 
with  the  oxidant  from  the  other  stream. 

Planar  Laser  Diagnostics 

Recently,  new  nozzles  have  been  designed  and  fabricated.  These  nozzles  differ  from  the 
original  ones  employed  in  that  they  have  narrow  streamwise  window  slots  in  the  upper  and  lower 
walls  that  enable  planar  diagnostic  studies  to  be  conducted  within  the  mixing  layer  flow  field.  The 
quartz  windows  are  6.4  mm  wide  and  125  mm  long,  providing  a  total  of  almost  0.5  m  of 
coverage  in  the  test  section  downstream  from  the  tip  of  the  splitter  plate.  The  nozzles  themselves 
are  designed  for  Mach  numbers  of  2.5  and  1.4.  With  the  new  nozzles,  combined  with  the 
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capabilities  of  the  new  gas  generator,  a  wide  range  of  convective  Mach  numbers  can  be  generated 
from  wake  cases,  Mc  =  0,  up  to  Me  =  1.2. 

Several  ancillary  studies  have  been  ongoing  to  prepare  for  planar  diagnostic  experiments 
within  the  dual  stream,  wind  tunnel  facility.  In  particular,  planar  Mie  scattering  at  oblique  angles  in 
the  original  supersonic  flow  test  section  have  been  performed.  The  oblique  Mie  scattering  was 
performed  since  the  original  nozzles  did  not  include  upper  and  lower  wall  window  pons.  Pump 
source  energy  level  and  output  scattered  intensity  were  varied  to  investigate  usable  exposure  levels. 
Also,  the  15  ns  pulsed  dye  laser  source  effectively  froze  the  flow  structure,  yielding  informative 
images  of  the  turbulent  mixing  layer.  Currently,  Mie  scattering  experiments  are  concentrating  on 
transverse  illumination  of  the  flowfield;  however,  oblique  illumination  may  also  provide  useful 
information  on  the  three-dimensionality  of  the  mixing  layer  structure. 

Laser-induced  OH  fluorescence  of  a  bunsen  burner  flame  has  been  ongoing  and  will  continue 
until  the  test  section  is  prepared  to  operate  in  a  reacting  (fuel-rich)  mode.  Color  schlieren 
photography  is  also  being  developed  to  detect  any  wave  phenomena  present  in  the  supersonic 
mixing  flow.  Other  investigators  have  observed  wave  structure  from  supersonic  jets  [6,7]  and 
supersonic  mixing  layers  [8].  It  is  possible  that  some  of  these  wave  features  are  directly  related  to 
the  convective  Mach  number  of  the  flow.  Due  to  the  predominant  density  gradient  across  the 
supersonic  mixing  layer,  weak  wave  features  at  angles  largely  different  than  the  dominant  density 
gradient  are  difficult  to  image  with  monochrome  schlieren  photography.  In  these  instances,  color 
schlieren  filters,  a  modified  two-dimensional  dissection  designed  to  highlight  directionality  of  tiK 
density  gradients  [9,10],  can  be  strategically  oriented  so  as  to  generate  color  mixtures  for  the  weak 
gradients  expected  for  convective  Mach  number  waves  that  will  stand  out  from  the  dominant  color 
scheme  generated  across  the  mixing  layer.  This  should  help  to  more  readily  visualize  any  wave 
features  arising  when  the  convective  Mach  number  is  supersonic. 
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Solid  fuels  can  be  used  in  ramjet  propulsion  and  various  military  applications. 

Three  major  unresolved  areas  regarding  combustion  of  solid  fuels  under  stagnant  and 
crossflow  conditions  are:  1)  ignition  and  combustion  characteristics  of  high  energy 
boron-based  solid  fuels  and  magnesium- based  pyrotechnic  materials  are  not  well  understood; 
2)  kinetic  parameters  and  thermophysical  properties  of  the  above  materials  are  not  well 
characterized;  and  3)  the  effects  of  chemical  compositions  and  ambient  flow  conditions  on 
the  infrared  radiation  output  is  not  fully  established. 

The  purpose  of  this  research  project  is  to  help  answer  some  of  the  fundamental 
questions  involved  in  the  three  areas  listed  above.  The  specific  program  objectives  are: 

1)  to  acquire  a  basic  understanding  of  physical  and  chemical  mechanisms  involved  in  the 
combustion  of  solid  fuels  under  strong  crossflow  conditions  (this  involves 
experimental  testing  with  a  supersonic  blowdown  wind  tunnel  and  theoretical  modeling 
of  the  two-phase  fluid  dynamic  and  combustion  processes); 

2)  to  characterize  the  thermal  degradation,  pyrolysis,  and  ignition  phenomena  of  the 
specially  formulated  solid- fuel  samples  used  in  this  project  via  strand  burner  and 
CO2  laser  pyrolysis  studies;  and 

3)  to  advance  the  understanding  of  radiative  heat  transfer  during  combustion  of  high- 
energy  solid  fuels  by  determining  temperature  and  species  profiles  and  radiative 
properties  of  particulate  matter  of  plumes  in  quiescent  environments  using  a  Fourier- 
Transform  Interferometer  (FT-IR)  and  numerical  modeling  of  radiation. 

Significant  results  obtained  in  the  past  year  are  summarized  below. 

I.  Combustion  of  Solid  Fuels  under  Strong  Crossflow  Conditions 


To  study  both  subsonic  and  supersonic  combustion  processes  of  high-energy  metallized 
solid  fuels,  a  blowdown  wind  tunnel  facility  has  been  designed  and  constructed  to 
simulated  ramjet  environments.  The  facility  is  capable  of  simulating  a  broad  range  of 
flight  Mach  numbers  and  altitudes.  The  flow  Mach  number  selected  for  supersonic 
combustion  tests  is  2.0,  with  a  maximum  mass  flow  rate  of  9  kg/s  and  a  test  duration  of 
340  seconds. 

The  test  section  design  allows  detailed  measurement  of  particle-laden  turbulent 
reacting  boundary-layer  flows  above  burning  solid-fuel  samples.  Advanced  non-intrusive 
diagnostic  instruments  (including  real-time  x-ray  radiography  and  image  analyzer  systems, 
Schlieren,  fast  wavelength  tracking  Smeets-George  interferometer,  and  a  Laser  Doppler 
velocimeter)  have  been  set  up  for  flow  measurements  and  visualization.  In  addition  to 
these  instruments,  an  aerodynamically  shaped  water-cooled  gas  sampling  probe  is  online 
with  a  gas  chromatograph  to  extract  gas  samples  from  the  reacting  boundary  layer  at  the 
exit  plane. 

Boron-based  solid-fuel  samples  have  been  fabricated  at  Penn  State  and  were  also 
acquired  from  Aerojet,  UT/CSD,  and  NWSC  for  this  research  study. 
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The  supersonic  blowdown  wind  tunnel  is  now  fully  operational.  The  test  section 
downstream  of  the  wind  tunnel  was  fully  characterized  by  the  LDV  and  Smeets-George 
interferometer.  To  facilitate  the  velocity  measurements  above  the  fuel  sample,  a  fuel 
sample  holder  and  feeding  system  were  constructed.  The  position  of  the  sample  surface  can 
be  maintained  at  a  fixed  level  by  means  of  a  laser- based  servo-controller.  A  small-scale 
supersonic  nozzle  is  also  used  to  calibrate  the  LDV  and  Smeets-George  interferometer. 

Current  efforts  are  focused  on  igniting  and  sustaining  a  stable  flame  above  a  solid 
fuel  or  propellant  sample  with  the  Mach  2  freestream  flow.  The  Schlieren  photograph  in 
Fig.  1  shows  the  position  of  the  fuel  sample  at  18*  from  the  horizontal.  This 
configuration  generates  a  49®  oblique  wave  with  a  corresponding  three-fold  pressure  rise 
across  the  wave.  The  increased  pressure  and  a  rearward- facing  step  contribute  favorably 
to  the  ignition  process,  yet  minimally  affect  the  freestream  velocity.  Figure  2  is  a 
Schlieren  photograph  of  the  combustion  stage  of  a  typical  sample.  A  stable  flame  is  held 
in  the  recirculation  zone  while  the  flame  spreads  upward  along  the  sample. 

II.  Strand  Burner  Results 

To  study  the  combustion  behavior  of  boron/(BAMO/NMMO)  under  no  crossflow  conditions, 
a  windowed  strand  burner  was  adopted  for  observing  the  burning  characteristics  of  fuel 
samples  with  different  boron  percentages  in  well-controlled  environmental  conditions. 

Different  gaseous  mixtures  were  used  to  pressurize  the  strand  burner  for  studying  the 
effect  of  ambient  gas  environment  on  the  combustion  behavior  of  boron/(BAMO/NMMO)  fuel- 
rich  solid  propellant. 

From  the  measured  burning  rate  data  for  five  boron/(BAMO/NMMO)  solid  fuels  with 
different  boron  contents,  it  was  found  that  the  burning  rate  increases  as  boron  weight 
percentage  increases,  until  an  optimum  value  of  boron  weight  percentage  is  reached;  then 
the  burning  rate  starts  to  decrease  with  the  increase  of  boron  weight  concentration.  At 
the  optimum  value  of  boron  weight  percentage,  the  heat  released  from  the  combustion  of 
boron/(BAMO/NMMO)  is  sufficient  to  increase  the  temperature  of  the  boron  particles  to 
1900  K  for  second-stage  ignition  and  rapid  boron  oxidation,  and  to  release  a  huge  amount 
of  heat  of  combustion  from  boron  particles  into  the  gas  phase. 

After  each  strand  burner  test,  the  combustion  residues  were  collected  for  SEM 
examination  and  X-ray  diffraction  analysis.  From  the  X-ray  diffraction  analysis, 
significant  amounts  of  boron  nitride  in  hexagonal  crystalline  form  were  found  for  the 
tests  conducted  at  1034  kPa  (150  psia)  with  29%  boron/(BAMO/NMMO).  For  other  tests,  the 
amounts  of  BN  found  in  combustion  residues  were  much  lower.  The  formation  of  boron 
nitride  at  high-pressure  conditions  can  significantly  reduce  the  total  amount  of  energy 
released  by  the  reaction  of  boron  particles.  The  energy  released  by  the  reaction  of  boron 
and  nitrogen  (23.7  kJ/g-boron)  is  only  half  of  that  released  by  the  oxidation  of  boron 
(58.7  kJ/g-boron).  This  indicates  that  the  formation  of  boron  nitride  in  a  combustion 
system  is  highly  undesirable.  It  is  believed  that  the  formation  processes  of  boron 
nitride  occurring  in  the  combustion  of  boron- based  solid  propellants  could  have 
significant  effects  on  the  overall  energy  release  rate.  Therefore,  methods  for  reduction 
or  elimination  of  the  formation  of  boron  nitride  in  combustion  systems  should  be 
developed. 

III.  Pyrolysis  and  Ignition  of  Solid  Fuels 


The  pyrolysis  and  ignition  characteristics  of  a  variety  of  solid  fuels  have  been 
investigated  under  radiative  heating  by  a  high- power  CO2  laser.  The  baseline  solid  fuels 
for  the  laser  ignition  studies  have  been  boron/HTPB  fuels  with  varying  percentages  of 
boron.  Another  fuel  tested  was  a  composition  of  the  energetic  copolymer  BAMO/NMMO  and 
boron  of  varying  percentages.  Preliminary  results  have  also  been  obtained  on  five  new 
fuels  from  the  NWC.  The  constituents  of  these  fuels  combined  with  boron  in  various 
compositions  and  amounts  included  HTPB,  the  high-density  hydrocarbons  PCUD  and  Zecorez, 
boron  carbide,  magnesium,  and  two  combustion  aids.  A  pyrotechnic  material  (MTV) 
consisting  of  magnesium,  polytetrafluoroethylene  (PTFE),  and  Viton  A  has  also  been 


extensively  investigated.  Recently,  solid  pellets  composed  of  varying  percentages  of 
magnesium,  boron,  PTFE,  and  Viton  A  have  been  tested  with  promising  results. 

The  boron/HTPB  and  boron/(BAMO/NMMO)  solid  fuels  were  formulated  with  varying 
percentages  of  boron.  For  the  boron/HTPB  fuel  tests  showed  that  the  delay  time  for  first 
light  emission  decreased  as  the  percentage  of  boron  increased  (up  to  20%)  and  the  incident 
heat  flux  increased.  Further  increases  in  boron  percentage  caused  an  increase  in  delay 
time.  However,  by  using  a  crossflow  if  inert  gas  above  the  sample  surface  to  remove  the 
two-phase  mixture  of  pyrolysis  products,  it  was  found  that  the  delay  time  decreased 
monotonically  as  the  boron  loading  increased.  This  trend  observed  with  the  crossflow 
method  was  also  observed  for  the  boron/(BAMO/NMMO)  solid  fuels.  The  trend  can  best  be 
explained  by  the  effects  on  delay  time  of  the  volumetric  specific  heat  of  the  pyrolysis 
products  versus  the  effect  of  the  absorptivity  of  the  two-phase  mixture  on  the  rate  of 
increase  of  the  mixture  temperature. 

Tests  have  been  performed  on  several  solid  fuels  formed  by  pressing  together  powders 
of  Mg,  boron,  PTFE,  and  Viton  A  into  solid  pellets.  Figure  3  indicates  that  die  addition 
of  both  boron  and/or  Viton  A  to  a  basic  composition  of  Mg  and  PTFE  significantly  lowered 
the  ignition  delay  times.  Increasing  the  percentage  of  boron  produced  a  much  more 
vigorous,  yet  controlled  and  reproducible  combustion,  increasing  the  burning  rate  by  about 
thnre  times  that  of  the  base  Mg/PTFE  formulation.  However,  the  optimum  combustion  of 
boron/Mg/PTFE  fuel  was  found  to  be  35/15/50  by  weight  percentage,  and  the  addition  of 
boron  beyond  this  composition  significantly  lowered  the  burning  rate  and  combustion 
stability. 


Only  preliminary  results  have  been  obtained  for  the  five  new  solid  fuels  from  NWC. 
The  usual  trend  of  lower  ignition  delay  times  for  higher  heat  fluxes  was  observed  for  all 
these  boron-based  solid  fuels.  It  was  also  found  that  the  two  compositions  with  boron 
carbide  and  magnesium  had  significantly  lower  ignition  delay  times,  roughly  one- half  the 
delay  times  for  the  three  compositions  based  on  HTPB. 

IV.  FT-IR  Measurements  and  Modeling  of  Infrared  Radiation 


The  first  phase  of  the  experimental  study  includes  the  use  of  the  Fourier-Transform 
Interferometer  (FT-IR)  for  performing  either  emission  or  transmission/absorption 
spectroscopy  on  plumes  of  burning  strands  confined  within  a  low  pressure,  transparent  test 
chamber.  A  schematic  of  the  experimental  setup  for  transmission/absorption  measurements 
is  shown  in  Fig.  4.  Attached  to  the  transparent  test  chamber  is  a  computer  controlled 
actuator,  He-Ne  laser,  photodiode  and  a  PC;  these  components  will  be  used  in  a  closed-loop 
feedback  system  for  the  purpose  of  maintaining  the  burning  strand  in  a  fixed  position, 
such  that  time- independent  measurements  as  well  as  measurements  at  different  positions  can 
be  performed  using  the  FT-IR  without  changing  the  optical  alignment. 

The  modeling  effort  of  radiative  heat  transfer  in  plume  environments  is  centered 
around  increasing  the  data  base  on  radiative  properties  for  particulate  matter  and  to 
extend  an  available  radiation  code  (ARC)  to  include  the  effects  of  scattering  for  all 
optical  path  lengths.  In  conjunction  with  these  efforts,  an  exact  formulation  of  the  two- 
dimensional  radiation  problem  has  been  completed,  and  an  analysis  on  the  effect  of 
absorbing,  emitting,  and  scattering  particulate  matter  on  the  gaseous  emission  due  to 
either  water  vapor  or  carbon  dioxide  has  been  determined  for  one-dimensional,  axisymmetric 
plumes.  The  major  finding  of  the  latter  study  is  that  the  particulate  matter  always 
shields  the  gaseous  hemispherical  emission  for  all  values  of  the  single  scattering  albedos 
and  optical  path  lengths.  However,  preliminary  results  of  a  third  study  has  revealed  that 
an  enhancement  of  the  gaseous  directional  emission  exists  for  certain  ranges  of  the  single 
scattering  albedos  and  optical  path  lengths.  This  enhancement  effect  is  due  to  the 
scattering  of  emitted  radiant  energy  from  small  slant  paths  into  directions  of  large  slant 
paths. 


Figure  1.  Schlierea  Picture  of  Test  Sample  in  Mach  2  Freestream  Flow 


Figure  2.  Schlierea  Photograph  of  Test  Sample  with  Combustion  Under  Mach 
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Schematic  of  Experimental  Setup  for 
Absorption  Measurements  Using  the  FT-IR 
with  the  Transparent  Test  Chamber 
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PREDICTION  OF  INFRARED  EMISSION  FROM  COMBUSTION  TESTS 
(ONR  Contract  No.  N00014-88-C-0492) 

Principal  Investigator:  Kurt  D.  Annen 


Aerodyne  Research,  Inc. 
45  Manning  Road 
Billerica,  MA  01821 


SUMMARY/OVERVIEW: 

The  objective  of  this  program  is  to  analyze  infrared  (IR)  emission 
from  solid  propellant  combustion  to  obtain  a  better  understanding 
of  the  chemical,  physical,  and  radiative  processes  occurring  in  the 
combustion  process.  Our  program  interacts  closely  with  the  solid 
propellant  combustion  program  of  Penn  State,  using  the  spectral  and 
radiometric  IR  measurements  taken  during  their  combustion  tests. 
By  comparing  predictive  models  of  IR  emission  with  the  measured 
data,  chemical  kinetic  and  radiative  parameters  used  in  modeling 
advanced  propellants  (such  as  those  containing  boron)  can  be 
checked,  and  a  better  understanding  of  the  chemical  and  nhysical 
processes  which  control  the  rate  of  combustion  can  be  obtained.  In 
particular,  we  hope  to  obtain  new  information  on  the  boron  oxi¬ 
dation  mechanism  and  rates  occurring  in  boron  propellant  combustion 
and  a  verification  of  band  strengths  for  the  major  boron  combustion 
product  species. 

AUTHORS:  K.D.  Annen,  J.C.  Wormhoudt,  and  C.E.  Kolb 
TECHNICAL  DISCUSSION: 

The  infrared  (IR)  emission  produced  by  the  products  of  combustion  of  solid 
propellants  has  considerable  military  significance.  Both  the  initial  com¬ 
bustion  products  and  the  products  of  the  secondary  combustion  or  "after  burn¬ 
ing",  which  occurs  as  the  initial  products  mix  with  the  surrounding  atmos¬ 
phere,  are  important  contributors  to  the  total  IR  emission.  Measurements  of 
the  IR  emission  produced  in  combustion  tests  can  allow  better  predictions  of 
the  IR  emission  produced  by  actual  military  systems,  especially  for  advanced 
propellants  containing  boron,  and  can  also  provide  a  wealth  of  information 
about  the  chemical  and  fluid  dynamic  processes  occurring  in  the  solid  pro¬ 
pellant  test. 

The  objective  of  our  program  is  to  complement  the  Penn  State  research  on 
solid  propellants.  Our  work  will  focus  on  analyzing  the  spectral  and  radio- 
metric  data  obtained  by  Penn  State  to  improve  our  understanding  of  the 
chemical,  radiative,  and  fluid  dynamic  processes  occurring  in  solid  pro¬ 
pellant  combustion.  Penn  State  is  currently  in  the  process  of  setting  up  a 
Michelson  FTIR  spectrometer  and  a  transparent  strand  burner  chamber  for  solid 
propellant  tests  in  which  the  collection  of  spectral  emission  data  is  a  major 
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objective.  During  this  period,  we  have  worked  on  the  development  of  pre¬ 
liminary  fluid  dynamics,  chemical  kinetics,  and  IR  radiation  models  which 
have  been  used  to  predict  emission  spectra  for  propellants  to  be  tested  by 
Penn  State  and  will  be  used  in  the  analysis  of  the  spectral  data  when  it  is 
obtained. 

An  interesting  propellant  which  has  been  tested  by  Penn  State  in  their  high 
pressure  facilities  and  will  be  tested  in  the  near  future  with  spectral  mea¬ 
surements  is  a  formulation  consisting  of  boron  and  a  BAMO/NMMO  binder.  Pre¬ 
liminary  predictions  were  made  for  this  propellant  based  on  the  following 
observations  and  assumptons.  Penn  State  observed  in  their  high  pressure 
strand  burner  that  the  boron  particles  in  the  B/(BAMO/NMMO)  propellant  do  not 
burn  to  completion  at  the  propel lant  surface,  but  rather  are  ejected  from  the 
burning  surface  by  the  decomposition  of  the  binder.  Based  on  this  informa¬ 
tion  the  concentration  of  gas  phase  boron  species  near  the  surface  was 
assumed  to  be  small.  By  analogy  with  nitramine  decomposition  processes,  the 
BAMO/NMMO  binder  has  been  assumed  to  decompose  to  CR2O,  ^2^2>  ^ 2>  ^2>  HCN, 
and  H.  Subsequent  reactions  to  form  CO,  NO,  and  a  variety  of  radical  species 
occur  rapidly.  The  peak  temperature  of  the  combustion  products  at  a  pressure 
of  35  psia,  prior  to  reaction  with  the  external  atmosphere,  was  measured  to 
be  approximately  900  K.  Higher  temperatures  were  observed  in  the  after¬ 
burning  region  of  the  strand  combustion  flowfield.  The  soot  mole  fraction  in 
the  900  K  region  was  assumed  to  be  0.01. 

Figures  1  and  2  show  sample  predicted  high  resolution  spectra  in  the  CO  band 
center  and  P  branch  region  for  temperatures  of  900  K  and  1000  K.  The  main 
features  to  note  in  these  spectra  are  the  ratios  of  the  highest  of  the  v  =  0 
rotational  lines  to  the  v  =  1  "hot  band"  rotational  lines  in  the  vicinity  of 
the  band  center.  The  ratio  is  0.36  at  900  K  and  0.55  at  1000  K.  Thus,  the 
CO  line  structure  may  be  used  to  obtain  an  effective  temperature  for  the  flow- 
field  region  observed  by  the  FTIR  spectrometer. 

At  a  typical  FTIR  resolution  of  1  cm"*-,  the  line  features  would  not  be  as 
sharp  and  temperature  determination  would  be  more  difficult.  In  addition, 
calculations  performed  for  an  assumed  soot  mole  fraction  of  0.10  indicated 
that  the  baseline  radiance  level  due  to  soot  emission  was  raised  to  be  rough¬ 
ly  equivalent  to  the  intensity  of  the  v  =  1  rotational  lines  near  line  center. 
While  this  level  of  soot  background  still  allows  the  hot  band  peak  heights  to 
be  measured,  fluctuations  in  this  background  level  will  increase  the  un¬ 
certainty  in  the  measurement  of  the  hot  band  peak  heights. 

In  the  near  future,  we  will  incorporate  chemical  kinetics  of  the  BAMO/NMMO 
decomposition  and  combustion  processes  into  our  description  of  the  strand 
combustion  flowfield.  The  model  will  then  be  compared  against  the  Penn  State 
measurements  and  further  refined  when  the  FTIR  data  are  available. 
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TITLE:  TURBULENT  MIXING  IN  EXPONENTIAL  TRANSVERSE  JETS 
(AFOSR  Grant/Contract  No.  87-0366) 

Principal  Investigator: 

Robert  E.  Breidenthal,  Associate  Professor 
Department  of  Aeronautics  and  Astronautics 
University  of  Washington,  FS-10 
Seattle,  WA  98195 
(Telephone:  206-545-1098) 

SUMMARY/OVERVIEW: 

Effects  of  spatial  acceleration  on  turbulent  mixing  are  being  investigated 
experimentally  in  a  new  flow  visualization  water  tunnel  facility.  For  this  purpose, 
an  array  of  discrete  nozzles  with  exponentially  increasing  cross-sectional  area  and 
injection  speed  has  been  constructed.  Photographs  of  a  fast  chemical  reaction  and 
laser-induced-fluorescence,  between  the  transversely  injected  fluid  through  these 
nozzles  and  the  freestream,  reveal  the  mixing  characteristics  of  this  flow.  In 
particular,  the  unsteady  effects  due  to  the  exponential  acceleration  strongly  inhibit 
vortex  growth  and  mixing  in  the  near  field.  As  an  acceleration  parameter  is 
increased,  the  penetration  of  the  exponential  transverse  jet  array  increases  by  about 
50%. 

TECHNICAL  DISCUSSION 

For  all  unforced  free  shear  flows,  vorticity  associated  with  each  global  vortex  is  inversely 
proportional  to  the  vortex  lagrangian  age.  Global  vorticity  is  diluted  as  pure  irrotational  fluid  from 
the  freestream  is  entrained  into  the  vortex.  Vortices  grow  significantly  in  size  as  they  move 
downstream  and  mixing  occurs  rapidly. 

Contrary  to  this,  it  is  proposed  that,  under  forcing,  global  vorticity  of  a  particular  vortex  can 
be  made  constant  with  time.  If  this  can  be  accomplished,  then  the  vortex  does  not  entrain  ambient 
fluid,  and  mixing  is  inhibited  as  long  as  forcing  is  present.  A  particularly  simple  way  of  obtaining 


such  a  flow  pattern  is  injecting  one  stream  transversely  into  another  one  of  uniform  velocity, 
through  an  array  of  transverse  nozzles  with  exponentially  increasing  size  and  injection  speed. 
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Current  experiments  are  designed  to  test  the  validity  of  this  hypothesis  using  flow 
visualization  techniques  in  a  new  water  tunnel.  Under  the  current  grant,  construction  of  the  water 
tunnel  has  been  completed.  Test  section  dimensions  are  70cm  x  70cm  x  300cm,  and  maximum 
flow  speed  in  the  test  section  is  70  cm/sec.  Fluorescent  dye  is  injected  through  the  nozzle  array 
and  a  sheet  of  laser  light  illuminate  a  cross  sectional  plane  at  a  downstream  station  x. 

Figure  1  is  a  collection  of  such  images  for  various  values  of  the  freestream  tunnel  velocity  U. 
We  define  an  acceleration  parameter  a  to  be  the  ratio  of  the  characteristic  nozzle  time  dj/Uj  to  the 
e-folding  time  of  the  acceleration  Xe/U  .  dj(x)  and  Vj(x)  are  the  nozzle  diameter  and  injection 
speed  respectively.  Xe  is  the  downstream  distance  over  which  both  dj  and  Vj  increase  by  a 
factor  of  e .  So 

d;U 
a  =  — — 
xeVj 

Figure  1  reveals  that  as  both  U  and  a  increase,  the  vortex  pair  formed  from  the  transverse 
jet  is  reduced  in  size.  In  part,  this  reduction  in  size  results  from  a  variation  in  the  momentum  ratio, 
as  indicated  by  the  reduction  in  absolute  jet  penetration.  However,  the  vortex  size  even  normalized 
by  the  vortex  spacings  markedly  drops.  Therefore  the  vortices  become  much  smaller  and  closer  to 
the  injection  nozzle  due  to  the  acceleration.  Changes  in  momentum  ratio  are  not  expected  to  change 
the  normalized  vortex  size.  Experiments  are  in  progress  at  constant  a  to  confirm  this. 

Mixing  between  the  primary  and  the  injected  fluids  occurs  in  the  vortex  pair.  As  the  size  of 
the  vortices  is  reduced,  the  amount  of  mixed  fluid  residing  in  them  must  also  be  reduced.  From 
figure  2,  the  vortex  cross  sectional  area,  which  goes  as  the  square  of  their  diameter,  d  decreases 
by  a  factor  of  about  four.  Acceleration  dramatically  inhibits  mixing  in  the  vortex  pair. 

Another  question  is  the  effect  of  acceleration  on  jet  penetration.  Figure  3  is  plot  of  the 
observed  penetration  as  a  function  of  a  ,  where  the  penetration  is  normalized  by  the  assumed 
influence  of  velocity  ratio  r  h  Vj/U  inferred  from  the  known  far-field  behavior  of  the  classical, 
single  transverse  jet.  Under  this  normalization,  the  observed  penetration  is  seen  to  increase  in 
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figure  3  by  about  50%  as  a  increases.  This  increase  is  not  too  surprising  if  the  vortex  pair 
entrains  less  irrotarional  fluid  and  thus  exchanges  less  transverse  momentum.  Again,  the  presumed 
influence  of  momentum  ratio  is  currently  under  study. 

In  summary,  acceleration  reduces  vortex  size  and  mixing.  It  appears  that  jet  penetration  is 
concurrently  increased. 


a  =  0.5  a  =  0.75 


a  =  1.0  a  =  1.5 


Figure  1  Flow  Visualization 
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P.  E.  Dimotakis,  J.  E.  Broadwell  and  A.  Leonard 


Graduate  Aeronautical  Laboratories 
California  Institute  of  Technology 
Pasadena,  California  01125 


Summary/ Overview 

The  purpose  of  this  research  is  to  conduct  fundamental  investigations  of  turbulent 
mixing,  chemical  reaction  and  combustion  processes  in  turbulent,  subsonic  and  supersonic 
flows.  Progress  in  this  effort  thus  far  has  uncovered  important  deficiencies  in  conventional 
modeling  of  these  phenomena,  and  offered  alternative  suggestions  and  formulations  to  ad¬ 
dress  some  of  these  deficiencies.  This  program  is  comprised  of  an  experimental  effort, 
an  analytical  modeling  effort,  a  computational  effort,  and  a  diagnostics  development  and 
data-acquisition  effort,  the  latter  as  dictated  by  specific  needs  of  our  experiments. 

Our  approach  is  to  carry  out  a  series  of  detailed  theoretical  and  experimental  studies 
primarily  in  two.  well-defined,  fundamentally  important  flow  fields:  free  shear  layers  and  ax- 
isymmetric  jets.  To  elucidate  molecular  transport  effects,  experiments  and  theory  concern 
themselves  with  both  liquids  and  gases.  The  computational  studies  are.  at  present,  focused 
at  fundamental  issues  pertaining  to  the  computational  simulation  of  both  compressible  and 
incompressible  flows. 


Technical  discussion 

Our  experimental  investigations  of  the  effects  of  free  stream  density  ratio  in  gas  phase, 
subsonic  shear  layers  have  been  completed.  A  first  set  of  findings,  were  reported  at  the 
National  Fluid  Dynamics  Congress  (NFDC),  last  July  (Frieler  &  Dimotakis  1988).  A  Ph.D. 
thesis  (Frieler  1989)  documenting  this  effort  is  nearing  completion  at  this  writing. 

As  part  of  our  efforts  to  extend  these  experimented  studies  to  supersonic  flow*,  a  review 
paper  covering  turbulent  mixing  and  combustion  in  turbulent  shear  layers  was  presented 
at  the  most  recent  AIAA  Aerospace  Sciences  Meeting  (Reno.  Nevada),  and  will  also  be 
presented  (with  some  extensions)  at  the  9th  IS  ABE  (Athens.  Greece)  this  coming  September 
(Dimotakis  1989).  In  this  review,  a  foreshadowing  of  some  of  the  issues  raised  bv  the 
prospect  of  supersonic  flow  of  the  free  streams  relative  to  the  flow  structures  in  the  turbulent 
mixing  zone  are  discussed,  along  with  implications  in  the  context  of  entrainment,  mixing 
and  combustion  in  hypersonic  propulsion. 


*  Co-sponsored  by  AFOSR  (URI)  Contract  F49620-86-0113 
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At  this  writing,  the  assembly  of  the  new  supersonic  combustion  shear  layer  facility  is 
nearing  completion.  Briefly,  it  is  comprised  of  an  atmospheric  pressure  test  section,  with 
a  15cm  span  and  a  (nominally)  3.5cm  supersonic  stream  height.  The  design  maximum 
high  speed  stream  Mach  number  is  Mi  =  3.2.  At  the  first  phase  of  its  operation,  we  plan 
to  run  a  subsonic  low  speed  stream  (.V/2  <  0.3)  in  order  to  attain  a  maximum  convective 
Mach  number  of  Mc  ss  2.2*’.  Design  run  time  is  3  sec.  The  ability  to  accommodate 
the  Ho/NO / Fi  chemical  system  in  this  facility  will  allow  studies  of  supersonic  chemically 
reacting  flows  in  Damkohler  number  regimes  ranging  from  kineticallv  slow  to  kinetically 
fast.  In  the  latter  case,  we  intend  to  exploit  the  fact  that  chemical  product  formation 
and  measurements  can  serve  as  a  quantitative  measure  of  turbulent  mixing  on  a  molecular 
diffusion  scale  (Koochesfahani  k  Dimotakis  1986,  Dimotakis  1989). 

The  first  part  of  our  compressible  shear  layer  (linear)  hydrodynamic  stability  calcu¬ 
lations  were  completed  and  reported  at  last  year’s  NFDC  (Zhuang,  Kubota  k  Dimotakis 
1988).  Our  results,  as  well  as  those  reported  in  other  similar  computations,  suggest  that 
the  growth  rate  of  (unbounded)  shear  layers,  as  spawned  by  two-dimensional  disturbances, 
decreases  to  values  that  are  much  smaller  than  have  been  observed  in  the  laboratory  ( Pa- 
pamoschou  k  Roshko  1988).  Other  mechanisms,  potentially  responsible  for  the  larger 
growth  rates  that  are  observed,  are  presently  under  theoretical  investigation.  Experiments 
are  planned  in  the  new  supersonic  shear  layer  facility  that  should  elucidate  this  important 
issue. 

In  work  recently  completed  in  jet  mixing  flows^,  the  experiments  and  behavior  of 
the  concentration  field  of  the  jet  fluid  in  low  to  moderate  Reynolds  number  (5.000  < 
Re  <  40.000).  gas  phase  flows  has  been  documented  (Dowling  1988:  Dowling  k  Dimotakis 
1988:  Dowling,  Lang  k  Dimotakis  1989).  with  several  important  new  conclusions  stemming 
from  these  results,  briefly  outlined  below.  All  measures  of  the  mixing  process  in  the  far 
field  ( x/d  >  20)  become  self-similar  when  scaled  by  the  outer  flow  variables.  The  mixing 
process  is  not  found  to  be  independent  of  the  flow  Reynolds  number,  as  least  in  the  range 
of  Reynolds  numbers  investigated.  The  local  mixing  rate  spans  roughly  three  decades. 
Additionally,  we  also  found  evidence  that  the  rate  of  entrainment  of  reservoir  fluid  is 
also  Revnolds-number-dependent  (at  least  for  the  gas  phase  flows  and  range  of  Revnolds 
numbers  investigated). 

Our  experimental  investigation  of  the  stochastic  geometric  properties  of  the  turbulent 
interface  in  low  to  moderate  Reynolds  number  turbulent  jets  is  continuing.  The  focus  in 
these  investigations  is  to  characterize  the  dependence  of  the  interfacial  area,  more  specifi¬ 
cally  its  surface-to- volume  ratio,  on  the  flow  Reynolds  number  and  Schmidt  number,  as  well 
as  other  characteristics  such  as  the  spectrum  of  the  jet  fluid  (conserved  scalar)  fluctuations 
at  the  smallest  scales  of  the  flow.  We  are  finding  no  evidence  in  support  the  notion  that 
(constant  power)  fractal  ideas  are  applicable  to  the  description  of  these  interfaces.  These 
investigations,  which  are  also  designed  to  resolve  the  much  smaller  species  diffusion  scales 
in  water,  will  provide  an  important  link  to  the  gas  phase  work  of  Dowling  k  Dimotakis. 
cited  above,  and  the  previously  completed  work  in  water*.  We  expect  this  research  to 


Estimated  assuming  approximately  equal  pressure  recovery  from  each  stream,  i.e.  no  shocks.  See 
Dimotakis  (1989,  Sec.  2.2)  for  a  more  complete  discussion. 

*  Co-sponsored  by  the  Gas  Research  Institute.  Contract  No.  5087-260-1467. 

♦  At  lower  time/space  resolution,  however.  See  Dahm  1985  and  Dahm  &:  Dimotakis  1987. 
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have  further  reaching  implications,  elucidating,  in  particular,  many  of  the  issues  that  must 
presently  be  accepted  on  faith  in  many  of  the  modeling  efforts  currently  underway. 

We  are  proceeding  with  our  experimental  investigation  of  Reynolds  number  effects  in 
the  High  Pressure  Combustion  Facility  (0.1  <  po  <  10  Aim).  A  set  of  experiments  is  in 
progress  which  will  initially  utilize  the  Hi/ NO  /  Fi  chemical  system,  permitting  very  low 
adiabatic  flame  temperature  rise  systems  (AT/  <  40  A')  to  be  realized.  Buoyancy  effects 
are  minimized  thereby,  while  retaining  an  overall  reaction  rate  in  the  turbulent  jet  that  is 
kinetically  fast.  Our  first  investigations  are  targeted  at  documenting  the  Reynolds  number 
dependence,  if  any,  of  the  flame  length  over  two  decades  in  the  jet  Reynolds  number.  This 
range  of  Reynolds  numbers  is  sufficiently  high  to  resolve  such  effects,  if  they  exist,  and  has 
never  been  attained  in  any  single  combustion  experiment  in  the  past,  to  the  best  of  our 
knowledge. 

Work  on  the  Two-Stage  Lagrangian  Model  that  has  been  under  development  for  some 
time  (Broadwell  &  Breidenthal  1982.  Broad  well  1987  and  Broadwell  &  Mungal  1988)  is 
proceeding  along  two  lines.  First,  under  joint  support  from  the  Gas  Tes^arch  Institute  and 
the  Sandia  Combustion  Research  Facility,  the  model  for  reactions  in  snear  layers  and  jets 
is  being  cast  in  forms  that  allow  treatment  of  chemical  kinetics  of  arbitrary  complexity. 
In  its  simplest  form,  the  model  consists  of  two  inter-connected  perfectly-stirred  reactors. 
Such  a  model  for  a  methane-air  flame  is  presently  operating.  Methods  for  more  realistic 
treatment  of  the  flame-sheet  component  of  the  model  are  under  study.  Secondly,  a  possible 
connection  between  the  concepts  underlying  the  model  and  the  idea  of  chaotic  advection 
or  Lagrangian  turbulence  are  being  explored.  Recent  work  of  Aref  and  co-workers  (1989), 
Ottino  (1988),  and  Rom-Hedar,  Leonard,  &  Wiggins  (1989),  in  particular,  suggest  such  a 
connection,  and  in  any  case,  point  to  a  different  way  of  discussing  the  model. 

In  the  computational  part  of  this  program,  our  efforts  to  increase  the  efficiency  of  vortex 
element  calculations  have  continued.  Using  hierarchical  clustering  techniques,  targeted 
reductions  from  0(N2)  to  0(N  logA)  have  in  fact  achieved  0{N)  in  the  computational 
effort,  where  N  is  the  number  of  vortex  computational  elements.  High  efficiency  algorithms 
have  been  developed  for  —  and  tested  on  —  concurrent  computing  machines  at  Caltech. 
In  an  effort  to  extend  the  numerical  simulation  of  turbulent  flows  to  the  compressible 
flow  regime,  we  have  initiated  an  ab  initio  effort  to  describe  the  flow  using  lagrangian 
computational  elements.  Important  new  issues  arising  from  a  consistent  description  of  the 
flow  in  the  presence  of  shocks  are  under  investigation,  in  a  first  pilot  effort  of  usteadv.  1-D 
flow.  It  should  be  noted  that  the  methodology  under  development  and  investigation  is 
focusing  on  techniques  that  are  extendable  to  unsteady  flow  in  two  and  three  dimensions. 
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SUMMARY/OVERVIEW: 

The  laminar  counter  flow  combustion  configuration  has  been  used  extensively  the  past  ten  years  [1-4]  for  studying  fundamental 
combustion  problems  such  as  fuel  dilution  and  strain  rate  dependence  on  flame  extinction  limit  However,  very  few  studies  have 
been  done  on  the  structure  of  turbulent  opposed  flow  flames.  The  objective  of  this  research  program  is  to  investigate  experimentally 
the  dynamics  and  structure  of  opposed  jet  turbulent  diffusion  flames,  where  a  jet  of  fuel  is  directed  counter  to  an  oncoming  airstream. 
This  combustion  configuration  is  of  fundamental  interest  in  exploring  the  effects  of  strain  and  heat  release  on  the  fluid  mechanics  of 
turbulent  diffusion  flames.  Additionally,  it  exhibits  some  of  the  characteristics  of  boundary  layer  separation  caused  by  transverse  fuel 
injection  in  scramjet  combustors. 

TECHNICAL  DISCUSSION: 

The  combustion  configuration  being  investigated  consists  of  a  fuel  jet  exit  pipe  of  d»6.4mm  in  diameter  directed  downward  toward 
an  air  jet  130mm  in  diameter.  The  velocity  of  the  air  jet  is  maintained  at  5.5m/s.  Turbulence  (u'/u  »  8%)  is  generated  in  the  air  flow 
by  a  perforated  plate.  The  vertical  distance  between  the  exit  of  the  fuel  jet  and  the  air  flow  can  be  adjusted  to  vary  the  overall  strain 
ratB  on  the  reaction  zone  structure.  Hydrogen  fuel  with  helium  dilution  of  vanous  levels  are  used  to  study  the  effect  of  the  dilution  on 
the  extinction  of  the  counterflow  turbulent  diffusion  flame.  To  investigate  the  effect  of  combustion  on  ihe  turbulent  mixing,  reacting 
and  non  reacting  opposed  jets  are  studied.  The  high  speed  tomography  technique  is  based  on  laser  sheet  Mie  scattering.  A  laser 
sheet  of  light  of  60mm  width  and  .5mm  thickness  is  produced  by  a  copper  vapor  laser  which  provides  5mj  pulses  of  10  ns  width  at 
adjustable  repetition  rates  up  to  6khz.  A  high  speed  Fas  tax  camera  records  the  tomographic  images.  The  laser  is  driven  by  the 
camera  at  2khz.  Due  to  the  large  differences  in  flow  rate  of  the  fuel  and  air  jets  in  order  to  match  the  Mie  scattering  intensity  of  the 
jet  with  that  of  air.  it  is  necessary  to  seed  the  fuel  jet  with  T02;  silicone  oil  aerosol  is  used  for  the  air  jet  The  tomographic  records 
are  dtgitized  and  stored  in  a  digital  computer  for  further  treatment 

RESULTS 

The  H2/He  diluted  opposed  flow  has  been  studied  with  and  without  combustion.  Both  the  fuel  jet  and  air  jet  have  been  seeded 
separately  and  simultaneously.  As  an  example.  Figs.  1  and  2  show  respectively  the  turbulent  opposed  jets  without  and  with 
combustion.  In  these  cases,  only  the  fuel  jet  is  seeded  with  T02  panicles.  The  fuel  jet  Reynolds  number  is  2000  in  both  cases. 
Significant  differences  in  the  scale  of  the  wrinkles  can  be  seen.  The  turbulent  jet  interface  is  clearfy  more  convoluted  in  the  non¬ 
reacting  flow  case  than  in  the  combustion  case  indicating  significant  effect  of  heat  release  on  the  mixing  process.  A  fractal  analysis 
of  these  edgee  has  been  done  to  quantify  this  comparison  using  a  counter  segment  algorithm  previously  used  by  Gouidin  [6].  A 
fractal  curve  is  defined  by  three  parameters:  the  inner  cutoff  Ei,  the  outer  cutoff  Eo  and  the  fractal  dimension  0  (which  is  found  to  be 
between  2  and  3  for  a  fractal  surface  and  between  1  and  2  for  a  fractal  curve).  Physically  these  parameters  represent  respectively 
the  smallest  wrinkle  scale  of  Ihe  curve,  the  largest  wrinkle  scale  of  the  curve,  and  the  scale  hierarchy  between  the  largest  and  the 
smallest.  In  the  case  of  turbulent  non-reacting  flow  for  sufficiently  high  Reynolds  number,  the  fractal  dimension  has  been  found  to  be 
constant  and  equal  to  2.34  [7,8]  for  a  surface.  Typical  fractal  plots  are  presented  in  figs.  1  and  2  and  represents  a  statistical  analysis 
of  the  stagnation  region  tor  both  reacting  and  non-reacting  cases  averaged  over  30  samples.  Value  of  Eo»20mm,  Ei»2mm,  0*2.07 
are  found  for  the  reacting  case,  and  EO»16mm,  Ei»  1.3mm,  D»2.18  for  the  nonreacting  case.  These  results  show  dearly  the  large 
effect  of  the  combustion  on  the  mixing  process.  The  wrinkles  are  increased  at  aM  scales  by  the  heat  release  (both  cutoffs  Eo  and  Ei 
are  larger  in  the  combustion  case).  The  combustion  changes  the  scale  distribution  of  the  wrinkles  and  reduces  significantly  the 
fractal  dwnension  of  the  jet  interface.  Fig.  3  shows  two  instantaneous  images  of  the  turbulent  counter  flow  diffusion  flame  obtained  at 
a  time  separation  of  0.6ms.  In  this  case  both  fuel  and  air  are  seeded.  On  these  pictures  the  reaction  zone  (dark  part  of  the  images) 
is  delineated  by  two  jets  seeded  respectively  with  Ti02  and  silicone  particles.  From  these  images  two  dstinct  regions  can  be 
distinguished: 


a)  In  the  stagnation  region  the  thickness  of  the  reaction  zone  is  between  2  and  4mm.  From  two  consecutive  pictures  a  wrinkle 
structure  in  a  region  of  interest  can  be  isolated  and  its  successive  lengths  computed.  The  evolution  of  the  length  in  time  leads  to  the 
local  stretch  determination.  In  the  stagnation  region  the  stretch  has  been  found  to  be  400s- 1  for  this  particular  example. 
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b)  Tbs  shear  layer  exhibits  where  large  structures  which  are  coovected  and  sheared  due  to  the  mean  (tow  velocities  differences, 
and  which  produce  a  significant  entrainment  on  the  both  sides  of  the  flame.  By  isolating  a  vortex  center  the  velocity  and  the  velocity 
gradient  between  two  structures  can  be  evaluated. 

As  an  example,  for  the  images  Rg.  3  the  convection  speed  of  typical  vortBx  structures  have  been  found  to  vary  between  5m/s  and 
lOm/s  and  the  local  strain  of  the  turbulent  flow  field  and  the  local  stretch  of  a  vortex  along  the  reaction  layer  was  found  to  be  about 
200s- 1. 

CONCLUSION 

Two  dimensional  time  resolved  Mie  scattering  imaging  has  been  found  to  be  very  useful  in  providing  a  means  to  evalute  the 
dynamics  of  the  flow  field  and  of  comparing  it  to  the  stretch  of  the  reaction  zone.  Fractal  analyses  from  the  tomography  records 
show  dearty  how  significantly  combustion  changes  the  wrinkling  process  of  the  turbulent  reaction  zone.  Further  statistical  treatments 
are  still  in  progress  (reaction  zone  thickness,  overall  strain  rate  of  the  flow  field,  local  stretch  of  the  reaction  zone  structure).  In  order 
to  determine  if  local  extinction  can  occur  by  changing  the  turbulence  conditions  (instantaneous  local  strain  rate)  or  by  changing  the 
fuel  composition  (slowing  down  the  chemistry)  instantaneous  line  temperature  measurements  using  Rayleight  scatter ng  [9]  are 
planned.  All  of  these  results  should  find  application  in  the  modeling  of  turbulent  reacting  flows. 
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SUMMARY/OVERVIEW: 

Combustion  process  in  scramjets,  and  to  some  extent  in  ramjets,  is  limited  by  mixing. 
Various  concepts  of  mixing  which  are  developed  for  ramjets  are  not  as  efficient  for  scramje' 
combustors.  The  development  and  growth  of  shear  layer,  which  is  responsible  for  mixing 
of  fuel  and  air,  is  relatively  slow  in  supersonic  flows  and  cannot  be  effectively  utilized  as 
in  ramjets.  An  alternate  technique  has  been  conceptually  developed.  Our  new  approach 
utilizes  transverse  injection  of  fuel  into  the  mainstream  in  a  pulsed  manner  to  optimize 
the  mixing  between  the  two  streams.  The  pulsation  of  fuel  jets  injection  in  a  controlled 
manner  is  not  only  a  means  to  improve  the  fuel  and  air  mixing  process  but  it  is  also  a 
way  towards  controlling  dump  type  combustors  instabilities.  Application  of  this  type  of 
transverse  pulsed  injection  has  been  tested  and  found  to  eliminate  the  instabilities  similar 
to  the  ones  in  ramjet  dump  combustors. 


I.  TECHNICAL  DISCUSSION 

In  a  scramjet  powered  flight  vehicle,  supersonic  air  is  captured  through  tin  inlet  ge¬ 
ometry  which  decelerates  the  airstream  to  lower  supersonic  velocities  and  higher  static 
temperatures  and  pressure  before  introducing  it  to  the  combustor  section.  Fuel,  usually 
hydrogen  or  hydrocarbons,  is  injected  into  the  air  at  sonic  or  supersonic  speeds  either  ax¬ 
ially  or  transversely.  Air  and  fuel  will  mix  and  depending  on  the  local  static  temperature, 
the  chemical  reaction  and  heat  release  may  take  place  spontaneously.  Combustor  static 
temperatures  in  scramjets  are  usually  high  enough  so  the  chemical  reaction  rates  between 
hydrogen  and  oxygen  jure  quite  fast.  Therefore,  it  is  generally  believed  that  the  process 
of  chemical  reaction,  and  heat  release,  is  mixing  limited  while  the  combustion  processes 
are  believed  controlled  by  turbulent  transport  mechanisms.  Obviously,  the  injector  geom¬ 
etry  and  orientation  have  pronounced  effects  on  mixing  behavior  in  supersonic  combustor 
design. 

It  would  be  highly  desirable  to  provide  enhanced  fuel  air  mixing  through  more  efficient 
means. 

One  such  technique  is  transverse  fuel  injection  with  pulsation.  Preliminary  studies  by 
our  team  have  shown  that  as  a  result  of  pulsation  superimposed  on  a  jet  in  crossflow,  the 
jet  penetration  into  the  cross  stream  increases  significantly  in  addition  to  the  increase  in 
turbulence  level  downstream  of  the  jet  region  [Ref.  1]. 
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This  study  is  comprised  of  two  parts.  First,  through  an  experimental  approach  we 
would  like  to  demonstrate  the  feasibility  of  pulsed  transverse  fuel  injection  into  a  fluid 
stream  in  order  to  improve  the  mixing  between  the  fuel  and  air.  Second,  in  an  analytical 
way  we  would  like  to  incorporate  the  pulsation  flow  parameters  such  that  the  physics  of 
flow  is  reflected  in  estimating  the  mixing  and  penetration. 

II.  PULSATING  JET  IN  UNIFORM  LOW  SPEED  CROSSFLOW 

Jets  in  uniform  crossflow  have  been  studied  extensively  due  to  their  many  practical 
aerodynamics  applications  [Ref.  2-4].  Introducing  unsteadiness  in  the  jet  of  such  flows 
generally  results  in  a  totally  different  type  of  flow  pattern  and  features  which  could  be  of 
tremendous  value  in  improving  mixing,  increasing  diffusion  and  entrainment. 

Pulsating  jet  in  crossflow  represents  time  dependent  three  dimensional  flow  containing 
many  vortices.  Details  of  this  study  can  be  found  in  Reference  1.  Jet  plume  centerline 
trajectory  for  various  frequencies  is  shown  in  Figure  1.1.  As  it  is  evidenced,  there  is  a 
critical  frequency  for  which  the  penetration  of  the  jet  into  the  crossflow  is  maximized. 
Figures  1.2.  and  1.3.  show  the  turbulence  properties  and  the  velocity  profiles  at  several 
heights  above  the  jet  exit  plane. 

Pulsation  in  the  jet  was  enabled  by  a  solenoid  valve  in  the  jet  supply  line.  A  frequency 
generator  was  used  to  control  the  various  frequencies  at  which  this  valve  was  operated. 
In  addition  to  complex  fluid  mechanic  interactions  created  by  the  pulsating  jet.  the  pen¬ 
etration  into  the  crossflow  increased  due  to  the  jet  pulsations.  It  has  become  clear  that 
tremendous  increase  in  the  depth  of  penetration  at  frequency  under  2 Hz.  The  mechanism 
for  this  flow  pattern  can  be  explained  through  the  individual  vortex  rings  flow  pattern. 
The  pulsating  jet  at  low  frequency  generates  a  series  of  vortex  rings  with  some  spatial 
distance  between  them.  This  distance  delays  adjacent  vortices  from  interacting  with  each 
other  and  hence  keeps  the  self-pumping  ability.  With  enough  clearance  between  them  this 
self-pumping  characteristics  resulted  in  the  deep  penetration  of  jet  flow.  The  depth  of 
penetration  remains  the  same  at  pulsating  frequency  higher  than  8 Hz. 

The  distance  between  the  neighboring  vortices  depends  on  the  freestream  velocity  or 
the  convective  velocity  of  each  vortex  ring  and  the  frequency  of  the  pulsating  jet.  For  low 
speed  flows,  where  this  study  was  performed,  the  pulsating  frequency  of  two  Hz  appears 
to  provide  the  optimum  desired  penetration  of  vortices.  At  high  freestream  speeds  higher 
frequencies  are  expected  to  be  resulting  in  optimum  penetration  and  mixing. 

III.  MEASUREMENT  TECHNIQUES 

Phase  conditioned  measurements  shall  be  made  at  several  points  in  the  test  section. 
For  cold  flow,  these  measurements  will  be  made  using  dynamic  pressure  transducer  and 
hot  wires.  Correlations  between  various  points  will  indicate  any  coupling  which  may  exist 
between  the  flow  parameters  at  several  points. 

A  fundamental  requirement  of  this  research  is  determination  of  the  degree  of  fuel-air 
mixing  and  the  extent  of  resulting,  finite-rate  reactions  in  supersonic  flowfield.  To  accom¬ 
plish  this,  laser-scattering  diagnostics  will  be  used  to  provide  both  semi-quantitative,  flow 
visualization  and,  for  selected,  molecular  species,  detailed  measurements  of  the  species 
densities,  temperatures  and  partied  pressures.  The  general  criteria  that  guide  the  selection 
of  specific  laser-scattering  methods  include  [1]  molecular  specificity,  [2[  spatial  and  tem¬ 
poral  resolutions  that  are  consistent  with  the  flowfield’s  spatial  gradients  and  temporal 
fluctuations,  respectively,  and  [3]  the  comparative  robustness  and  ease  of  application  to  a 
gas-dynamics  facility. 

The  laser-scattering  measurements  will  be  performed  by  the  UTSI  Center  for  Laser 
Applications  (CL A)  faculty  and  staff  who  have  extensive  experience  in  the  applications 
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of  laser-scattering  diagnostics  to  time-dependent,  reacting,  flowfield  studies.  Their  studies 
and  the  diagnostics  summary  of  Ref.  5  demonstrate  the  wide  range  of  techniques  that 
axe  available  for  use;  e.g.,  linear  and  nonlinear  fluorescence,  spontaneous  Raman  scat¬ 
tering  (spRS),  coherent  anti-Stokes  Raman  scattering  (CARS),  and  various  pump-probe 
techniques. 
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Figure  LI.  Jet  plume  centerline  trajectory  with  pulsating  jet  stream; 
model  3,  Vj jV^  =  4.7,  =  45°,  Red  =  470. 
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Figure  1.2.  Percent  root  mean  square  of  normalized  velocity  fluctuation, 

two  jet  diameters  downstream. 
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SUMMARY / OVERVI EW : 

An  experimental  and  computational  investigation  of 
confined  separating  flows  in  subsonic  regime  is  in  progress . 
The  ultimate  goal  of  the  present  effort  is  to  gain  a  better 
fundamental  understanding  of  the  mixing  process,  chemical 
reaction,  and  heat  release  in  sudden  expansion  flows.  The 
current  effort  is  comprised  of  three  distinct  but  interrelated 
sub-tasks:  1)  The  experimental  study  of  mixing  and  combustion 
in  axisymmetric  sudden  expansion  flows;  2)  development  of 
higher  order  computational  techniques  such  as  large  eddy 
simulation  and  direct  numerical  simulation;  3)  Development  of 
laser  based  (non- intrusive)  diagnostic  techniques  for  time 
resolved  field  measurements  of  vector  and  scalar  quantities 
(i.e.,  velocity,  temperature,  species  concentration,  and 
pressure)  in  highly  turbulent  reacting  environments. 

TECHNICAL  DISCUSSION: 

The  development  of  mathematical  models  capable  of 
predicting  the  turbulent  behavior  of  reacting  and  non-reacting 
flows  in  complex  geometries  has  been  and  continues  to  be  the 
focus  of  many  studies.  The  advent  of  large  and  fast  super 
computers  together  with  the  availability  of  powerful  post 
processing  (graphics)  routines  have  also  popularized  the 
numerical  simulation  of  turbulent  flows  amongst  the  scientists. 
The  majority  of  the  research  to  date  has  the  common  goal  of 
increasing  the  understanding  of  the  behavior  of  turbulent  flows 
in  complex  geometries  and  improving  the  accuracy  of  the 
computational  methodology.  Current  lower  order  predictive 
codes,  ones  requiring  turbulence  models,  require  various 
assumptions  in  the  solution  of  the  Navier-Stokes  equations. 
These  simulations  are  therefore  accompanied  by  in-depth 
experimental  studies  and  require  a  fair  amount  of  fine  tuning 
for  accurate  duplication  of  the  experimental  observations . 
Higher  order  simulations  such  as  direct  numerical  simulation 
(DNS)  or  large  eddy  simulation  (LES)  address  the  complex  flows 
with  more  rigor.  However,  their  use  as  an  engineering  design 
tool  is  yet  to  be  determined.  Primarily,  the  present  study 
is  directed  towards  exploring  the  fundamental  characteristics 
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of  sudden  expansion  flows.  The  goal  is  to  establish  a 
benchmark  data  base  to  assist  turbulence  model  development  and 
assessment.  To  this  objective,  both  experimental  and  numerical 
efforts  have  been  implemented. 

During  the  past  year  work  has  progressed  on  several 
fronts.  A  series  of  experiments  was  conducted  in  isothermal 
sudden  expansion  flows.  Different  swirlers  were  designed  and 
fabricated  to  study  the  effects  of  swirl  strength  (tangential 
to  axial  momentum  ratio)  and  swirl  blade  geometry  on  the 
ensuing  combustor  flowfield.  These  cold  flow  experiments 
shall  serve  as  base  line  reference  to  help  understand  the  role 
of  reaction  and  heat  release  on  turbulent  transport  mechanisms. 
A  major  facility  to  conduct  experiments  with  heat  release  has 
been  designed  and  is  being  fabricated.  The  design  has 
incorporated  innovative  approaches  for  providing  optical  access 
without  disturbing  the  integrity  of  the  axisymmetric  flowfield. 
Work  has  also  progressed  towards  implementation  of  planar  laser 
induced  fluorescence  technique  for  vector  and  scalar 
measurements  in  high-speed  reacting  flows. 

All  cold  flow  measurements  were  conducted  in  a  clear 
plastic  flow  model  of  a  coaxial  reunjet  dump  combustor,  Figure 
1.  The  combustor  consisted  of  two  major  sections:  the  inlet 
assembly  and  the  combustor  chamber  and  exhaust  nozzle.  This 
modular  design  allowed  optical  access  for  2-D  LDV  measurements 
while  preserving  the  integrity  of  the  combustor  flowfield.  The 
inlet  assembly  consisted  of  a  settling  chamber,  inlet  pipe,  the 
associated  temperature  and  pressure  instrumentation,  and  the 
teflon  swirler  housing.  The  combustor  section  consisted  of  a 
Plexiglas  pipe  which  terminated  in  a  large  plexiglas 
rectangular  chamber  to  aid  in  flow  visualization  studies .  The 
unique  feature  of  the  design  was  the  ability  of  positioning  the 
dump  plane  relative  to  the  combustor  measurement  station.  Also, 
a  38X38mm  flat  quartz  window  was  installed  in  the  inlet  pipe 
for  measurements  upstream  of  the  swirler.  Inlet  flow 
disturbances  were  eliminated,  when  measurements  in  the 
combustor  section  were  performed,  by  replacing  the  quartz 
window  with  a  plug  having  the  same  radius  of  curvature  as  the 
inlet  pipe.  In  order  to  study  the  effects  of  swirl 
number  on  the  combustor  flowfield,  three  constant 
angle  swirlers  (S  =  0.3,  0.4,  0.5)  were  used.  Also,  swirlers 
with  various  blade  geometry  were  employed  which  provided  forced 
vortex,  free  vortex,  and  constant  angle  (S  =  0.4)  inlet  flow 
conditions  to  examine  the  effects  of  different  inlet  swirl 
profiles  on  the  ensuing  combustor  flowfiled.  Some  of  the 
results  were  reported  earlier  in  references  1-3  and  comparisons 
of  normalized  flow  variables  are  shown  in  Figures  2-4.  In 
summary,  it  was  shown  that  swirl  significantly  affects  the 
combustor  flowfield.  The  free  vortex  type  swirler  generated  a 
very  strong  central  toroidal  recirculation  zone,  which  helped 
in  improving  the  performance  of  the  dump  combustor.  Time 
averaged  calculations,  using  K-E  turbulence  model,  were 
performed  and  the  results  were  not  promising.  Work  in  higher 


order  simulation  of  turbulent  flows  has  been  initiated  to 
examine  the  technique  from  two  view  points.  First,  its  role  in 
providing  data  for  improving  lower  level  turbulence  models  will 
be  examined.  Second,  emphasis  will  be  placed  upon  developing 
efficient  numerical  schemes  to  allow  engineering  calculations 
of  flows  of  interest. 
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SUMMARY / OVERVI EW 

The  objective  of  this  work  is  to  identify  the  flow  mechanisms  that  cause 
the  decrease  in  the  spreading  rate  of  supersonic  mixing  layers  and  to  suggest 
means  of  enhancing  the  mixing.  Supersonic  mixing  layers  are  being  studied 
using  a  numerical  simulation.  An  analysis  of  the  energy  balance  was  used  to 
derive  a  relation  between  the  mixing  of  a  shear  layer  and  the  rotational 
kinetic  energy  produced  by  the  shear.  This  analysis  represents  many  of  the 
features  of  the  compressible  mixing  layers  and  is  used  to  develop  a  suitable 
computational  model  of  the  mixing.  It  is  expected  that  these  studies  will 
provide  important  insight  to  the  effects  of  compressibility  on  the 
interaction  between  turbulent  eddies  and  shear  layers. 

TECHNICAL  DISCUSSION 

The  objective  of  this  work  is  to  identify  the  flow  mechanisms  that  cause 
the  decrease  in  the  spreading  rate  of  supersonic  mixing  layers  and  to  suggest 
means  of  enhancing  the  mixing.  One  of  the  possible  scenarios  of  turbulent 
flow  in  supersonic  mixing  layers  includes  the  presence  of  shock  waves  (or 
shocklets)  which  could  be  produced  either  by  the  fluctuating  turbulent  eddies 
or  by  large  vortical  structures,  if  the  local  flow  relative  to  some  reference 
frame  becomes  supersonic.  In  the  case  of  the  turbulent  eddies,  the  induced 
velocities  are  not  steady,  and  the  shock  developed  will  be  very  transient; 
the  nature  of  such  a  transient  shock/ turbulent  eddy  interaction  is  not  known 
at  present. 

The  spreading  rate  of  a  turbulent  shear  layer  with  at  least  one  stream 
supersonic  has  been  observed  to  be  about  one  quarter  that  of  an 
incompressible  layer  at  the  same  velocity  and  density  ratio.  Turbulent  flows 
have  been  envisioned  as  circumscribed  by  a  surface  of  relatively  simple 
topology,  which  marks  the  instantaneous  boundary  between  the  turbulent  and 
nonturbulent  flow.  Entrainment  is  described  as  the  flux  of  nonturbulent 
fluid  across  the  interface.  The  entrainment  process  can  be  viewed  as 
possessing  three  main  phases.  Briefly,  these  phases  involve  induction, 
wherein  irrotational  fluid  in  the  vicinity  of  the  vorticity-bearing  fluid  is 
set  in  motion  through  the  induced  velocity  field;  straining,  wherein  a  fluid 
element  is  strained  until  its  spatial  scale  is  small  enough  to  make  it 
susceptible  to  viscous  diffusive  processes;  and  diffusion,  where  other 
possible  diffusive  processes  may  occur.  The  clear  demarcation  between 
turbulent  and  non-turbulent  fluid  can  be  observed  by  various  means. 


A  theoretical  analysis  of  the  mixing  process  was  performed  to  study  the 
effect  of  the  convective  speed  of  large  turbulence  structures  on  the  mixing 
and  to  develop  insight  for  the  interpretation  of  the  numerical  calculations. 
It  is  assumed  that  a  large  turbulent  eddy  can  be  represented  by  a  vortex. 
The  vortex  is  caused  by  the  shear  stresses  between  two  layers  of  a  viscous 
fluid  moving  at  different  speeds.  The  convective  Mach  number,  Mc  of  the  eddy 
is  taken  to  be  a  weighted  average  of  the  two  free  stream  Mach  numbers. 

The  mixing,  m,  is  defined  as  the  net  mass  flux  across  the  boundary 
between  the  two  fluid  streams  and  is  given  by 

?x0  rx2 

m  =  /?|v|dx+  p|v|dx  (1) 
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where  p  is  the  density,  v  is  the  velocity  normal  to  the  mixing  boundary,  *x0 
denote  the  edges  of  the  vortex  core  produced  by  the  shear,  and  x^  and  X2  are 
the  limits  of  the  region,  sketched  in  Figure  1.  A  non-dimensional  value  of 
m,  ffl  is  obtained  by  dividing  m  by  /J0uos  where  pQ  and  uD  are  representative 
densities  and  velocities  respectively  and  s  is  the  area  through  which  fluid 
is  transferred.  The  final  result  from  the  analysis  can  be  expressed  as 
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where  RKE  is  the  rotational  kinetic  energy  of  the  vortex,  the  subscript  i 
denotes  an  incompressible  value,  the  subscript  o  denotes  a  value  for  RKE  of 
(RKE)0. 

A  test  of  this  theory  was  conducted  in  which  the  governing  equation  for 
the  flow  was  taken  to  be  the  Transonic  Small  Disturbance  equation,  (see  Ref. 
1). 


2  2 
c  M  2 

~2  *tt  +  2  fT  ^  =  (P  '  K,  +  t 


C  rxt 


X  'XX 


yy 


(3) 


where  Mc  is  the  convective  Mach  number  of  the  structure  and 
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Solutions  of  this  equation  were  used  to  calculate  the  mixing,  fl0  with  its 
associated  RKE,  (RKE)0. 
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Results  for  given  by  Equation  (2)  are  presented  in  Figure  2 

compared  with  the  spreading  rate  of  a  turbulent  mixing  layer  from  Reference 
2.  These  plots  show  a  clear  resemblance  between  as  a  function  of  Mc. 

The  behavior  of  the  mixing  with  Mc  is  due  to  density  effects  which  cause  the 
and  nonlinear  terms  in  Equation  (3).  Shock  waves  start  to  appear  at  about 
Mc  =  0.7  but  do  not  build  up  until  much  higher  values  of  Mc.  For  low  Mach 
numbers,  it  can  be  shown  that  the  variation  of  is  approximated  by 


m/nu  =  p2l( 1  -  M^/2)  (4) 

where 


P2  =  1  -  M*  (5) 

The  curve  for  Equation  (4)  is  shown  for  comparison  in  the  plot  of  the 
spreading  rate,  Figure  (3).  The  implication  of  these  results  is  that  a 

considerable  amount  of  the  incoming  energy  that  would  normally  be  converted 
to  rotational  energy  is  being  expended  in  compressing  the  gas,  thus  reducing 
the  circulation  of  the  vortex. 
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SUMMARY/OVERVIEW 

The  accurate  prediction  of  supersonic  combustion  is  an  especially  difficult  problem,  partly 
due  to  the  lack  of  information  and  understanding  regarding  supersonic  turbulent  flows.  And  since 
turbulence  is  related  to  the  stability  properties  of  a  flow,  especially  for  turbulent  free  shear  layers, 
we  have  addressed  the  problem  of  stability  and  transition  in  subsonic  and  supersonic  shear  layers. 
Our  approach  utilizes  both  analytical  methods  and  direct  numerical  simulations.  Furthermore, 
since  supersonic  shear  layers  are  known  to  be  very  stable  to  two-dimensional  disturbances,  we 
have  explored  new  scenarios  for  transition,  including  instabilities  which  are  reinforced  by  confining 
boundaries,  and  instabilities  which  are  primarily  three-dimensional. 

TECHNICAL  DISCUSSION 

We  have  addressed  stability  and  transition  in  subsonic  and  supersonic  free  shear  flows  using 
both  mathematical  stability  analysis  and  direct  numerical  simulations.  The  physical  problem  con¬ 
sidered  is  a  two-dimensional  shear  layer  in  a  confined  channel  (see  Figure  1).  In  order  to  estimate 
mixing  we  also  consider  a  binary,  single-step,  diffusion-limited  chemical  reaction,  where  one  reactant 
is  initially  in  the  top  layer  and  the  other  reactant  is  in  the  bottom  layer.  The  mathematical  prob¬ 
lem  involves  the  Euler  equations  for  an  ideal  gas,  with  free-slip  conditions  at  the  upper  and  lower 
boundaries.  Both  temporally-growing  and  spatially-growing  instabilities  have  been  considered.  To 
solve  for  the  chemical  reactant  and  product  concentrations  we  employ  a  conserved  scalar. 

The  stability  analysis  has  mainly  involved  the  solution  of  linear  eigenvalue  problems  to  exam¬ 
ine  the  stability  characteristics  of  confined  shear  layers  to  both  two-  and  three-dimensional  distur¬ 
bances.  A  Runga-Kutta  method  is  used  to  solve  the  resulting  ordinary  differential  equation,  and 
a  Newton-Raphson  iteration  is  applied  to  handle  the  resulting  nonlinear  eigenvalue  problem.  The 
direct  numerical  simulations  mainly  employ  an  explicit,  second-order  Total  Variation  Diminishing 
algorithm  based  on  the  work  of  Yee,  Warming,  and  Harten  (1984),  although  spectral  methods  with 
flux  correction,  higher  order  flux-corrected  methods,  and  compact  (Pade)  schemes  are  also  being 
used.  Unsteady  two-  and  three-dimensional  flows  are  simulated,  and  the  excitation  is  provided  by 
the  results  from  the  stability  theory. 

Three  different  but  related  problems  have  been  addressed.  The  first  aspect  of  our  study 
addressed  subsonic  and  supersonic  free  shear  layers  where  boundary  effects  were  not  important 
(Soetrisno  et  al.,  1988).  Mainly  two-dimensional  direct  numerical  simulations  were  employed.  We 
observed  the  decrease  in  the  growth  rate  of  the  layer  as  the  convective  Mach  number  was  increased, 
as  predicted  by  previous  theories,  and  the  development  of  eddy  shocklet  for  convective  Mach  num¬ 
bers  near  1.  For  convective  Mach  numbers  significantly  larger  than  1,  the  layer  remained  relatively 
stable  to  all  two-dimensional  perturbations. 


We  next  examined  the  effects  of  confining  the  shear  layer  (Greenough  et  al.,  1989).  It  has  been 
previously  observed  (Mack,  1984,  1989;  Tam  and  Hu,  1988)  that  the  effect  of  wall  confinement  can 
be  to  cause  constructive  Mach  wave  interference  which  results  in  the  instability  of  the  shear  layer. 
As  an  example  of  this,  Figure  2  gives  a  plot  of  the  maximum  growth  rate  versus  Mach  number 
for  both  an  unbounded  and  a  bounded  vortex  sheet.  The  unbounded  vortex  sheet  is  known  to  be 
stable  to  all  disturbances  for  a  convective  Mach  number  greater  than  \/2  (Miles,  1958),  whereas, 
when  boundaries  are  introduced,  we  find  instabilities  at  all  Mach  numbers  computed  (Figure  2b). 
Direct  numerical  simulations  have  been  performed  to  examine  the  nonlinear  development  of  these 
“wall”  modes.  We  find  that  they  are  highly  unstable,  having  growth  rates  comparable  to  Kelvin- 
Helmholtz  instabilities  for  low  Mach  number  flows.  The  character  of  their  development,  however, 
is  very  different  from  the  rollup  produced  by  the  Kelvin- Helmholtz  instability.  Instead  of  rollup, 
a  sawtooth  pattern  develops  (see  Figure  3),  which  ultimately  tends  to  fill  the  channel.  Without 
rollup,  however,  this  instability  is  apparently  not  as  efficient  at  mixing. 

The  third  aspect  of  our  study  haul  dealt  with  three-dimensional  instabilities.  It  is  well-known 
(Fejer  and  Miles,  1963)  that,  although  vortex  sheets  are  stable  to  any  two-dimensional  disturbance 
for  convective  Mach  number  above  \/2,  they  still  remain  unstable  to  three-dimensional  disturbances 
which  are  at  a  large  enough  angle  to  the  flow  direction.  (These  disturbances  see  only  the  flow  in  their 
direction,  which  is  subsonic.)  Therefore  transition  due  directly  to  three-dimensional  perturbations 
may  be  important.  Figure  4  gives  a  plot  of  constant  contours  of  maximum  growth  rate  versus 
streamwise  and  lateral  wave  number  for  a  shear  layer  with  a  convective  Mach  number  of  1.45.  To 
the  lower  right  the  fairly  smooth  peak  is  due  to  oblique  modes,  which  we  find  to  behave  as  oblique 
Kelvin-Helmholtz  modes.  To  the  upper  left  are  wall  modes,  whose  behavior  gives  a  much  more 
complex  stability  diagram.  We  have  completed  a  series  of  direct  numerical  simulations  using  both 
two-  and  three-dimensional  excitation  of  shear  layers  for  a  range  of  Mach  numbers,  studying  the 
behavior  of  isolated  three-dimensional  disturbances  as  well  as  their  interaction  with  two-dimensional 
disturbances.  At  lower  convective  Mach  numbers  (<  0.75),  we  find  results  qualitative  similar  to 
previously  published  results  for  incompressible  flows  (e.  g,  Metcalfe  et  al.,  1987;  Riley  et  al.,  1989). 
For  higher  Mach  number  flows,  however,  the  results  are  significantly  different.  For  example,  now 
the  three-dimensional  perturbations  are  more  unstable  than  the  two-dimensional  ones,  so  that  the 
flowfield  becomes  three-dimensional  much  faster  and  large-scale  two-dimensional  structures  connot 
remain  as  coherent  as  they  do  for  lower  speed  flows.  Also  two-dimensional  wail  modes  can  have 
significantly  different  phase  velocities  from  those  of  oblique  Kelvin-Helmholtz  modes,  which  greatly 
affects  their  interaction.  Finally,  the  role  of  the  two-dimensional  mode  is  no  longer  strictly  catalytic, 
as  in  the  subsonic  case,  but  it  strongly  participates  in  the  energetics  of  the  interactions. 
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Figure  1.  An  idealized  three-dimensional  confined  mixing  layer. 


Figure  2a.  Growth  rate  for  an  unbounded  vortex  sheet  versus  the  relative 
(twice  the  convective)  Mach  number. 


Figure  2b.  Growth  rate  of  a  bounded  vortex  sheet  versus  the  relative  Mach  number. 
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SUMMARY /OVERVIEW 

The  objective  of  this  research  is  to  improve  understanding  of  the  chemical 
kinetics  and  fluid  dynamics  of  turbulent  combustion  in  high-speed  flows.  Super¬ 
sonic  combustion  in  hydrogen-air  mixtures  is  being  addressed  by  theoretical 
approaches  that  distinguish  between  reaction-sheet  and  distributed-reaction 
regimes.  The  work  seeks  to  identify  effects  of  compressibility  in  turbulent 
combustion,  methods  for  including  compressibility  in  theoretical  analyses,  and 
reduced  chemical-kinetic  mechanisms  appropriate  for  supersonic  combustion.  The 
results  may  help  to  enhance  capabilities  of  reasonable  computations  of  high¬ 
speed  turbulent  reacting  flows. 


TECHNICAL  DISCUSSION 

In  this  newly  initiated  project,  attention  has  been  focused  first  on  non- 
premixed  hydrogen-air  combustion.  Previously  established  methods  were  employed 
with  the  most  recent  rate  data  for  elementary  steps  [1]  to  calculate  diffusion- 
flame  structures  by  numerical  integration.  This  is  a  first  step  towards  identi¬ 
fying  reduced  chemical-kinetic  mechanisms.  Results  for  atmospheric  pressure 
and  initial  temperatures  of  300  K,  at  a  low  strain  rate  of  60  s“l,  are  shown  in 
Figs.  1-6.  The  nonmonotonic  variation  of  the  rate  of  scalar  dissipation  with 
mixture  fraction,  shown  in  Fig.  3,  also  has  been  observed  for  C0/H2  flames  [2] 
but  disappears  at  higher  strain  rates. 

Differential  diffusion  in  hydrogen-containing  diffusion  flames  introduces 
strong  curvatures  in  most  published  plots  of  concentrations  as  functions  of 
mixture  fractions,  away  from  regions  of  chemical  activity.  A  mixture  fraction 
suitably  emphasizing  the  H  element  has  been  shown  to  remove  this  curvature  for 
CO/H2  flames  [2],  analyzed  with  a  simplified  21-step  mechanism  [3].  The  mixture 
fraction  Z(h)  in  Figs.  1-6  is  based  solely  on  enthalpy.  Except  for  the  curva¬ 
ture  in  the  temperature  profile  at  the  fuel  boundary,  seen  in  Fig.  1,  this 
selection  may  be  observed  from  these  figures  to  also  eliminate  the  differential- 
diffusion  curvature  that  masks  chemical  activity.  Studies  are  continuing  towards 
identifying  the  most  appropriate  definition  of  mixture  fraction  in  hydrogen-air 
flames.  Asymptotic  methods,  principally  rate-ratio  a.  iptotic,  are  then  to  be 
introduced  to  obtain  simplified  descriptions  of  flame  structures. 
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Flame-structure  results  like  these  are  to  be  used  in  identifying  condi¬ 
tions  under  which  turbulent  hydrogen-air  flames  lie  in  reaction-sheet  and 
distributed-reaction  regimes.  Turbulent-flame  studies  [4,5]  have  identified 
Fig.  7  as  a  plane  of  large-eddy  Damkohler  number  and  turbulent  Reynolds  number 
for  delineating  regimes  of  turbulent  diffusion  flames  as  well  as  turbulent 
premixed  flames.  An  early  aim  is  to  determine  where  in  this  plane  the  high¬ 
speed  turbulent-combustion  situations  of  greatest  interest  lie.  Once  the  regimes 
are  ascertained,  influences  of  kinetic  energy  and  large  pressure  fluctuations 
on  the  flame  structures  are  to  be  considered. 

Including  kinetic-energy  and  pressure-fluctuation  terms  in  approaches 
like  the  Bray-Libby-Moss  scheme  for  describing  turbulent  combustion  involves 
developing  understanding  of  pressure-velocity  and  pressure-concentration  com- 
pling  in  compressible  turbulent  reacting  flows.  A  long-term  objective  of  this 
research  is  to  obtain  the  understanding  needed  for  nonempirical  approximation 
of  these  pressure- interaction  effects  so  that  well-founded  predictive  schemes 
can  be  developed. 
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SUMMARY/OVERVI EW : 

The  objective  of  the  present  program  is  to  study  the  structure  of  laminar 
premixed  and  diffusion  flames  through  (a)  non- intrusive  experimental 
determination  in  reduced  and  elevated  pressure  environments,  (b)  computational 
simulation  using  detailed  flame  and  kinetics  codes,  and  (c)  asymptotic  analysis 
for  the  reduced  mechanisms.  During  the  reporting  period  we  have  (1) 
experimentally  determined  the  laminar  flame  speeds  of  methane/air  mixtures  as 
functions  of  stoichiometry,  pressure,  and  flame  temperature,  and  computationally 
simulated  their  values  by  using  various  Cx  and  C2  mechanisms;  (2)  proposed  a 
chemical  kinetic  limit  for  the  propagation  of  the  adiabatic,  planar  laminar 
flame;  (3)  experimentally  determined  the  extinction  stretch  rates  of  diluted 
methane/air  diffusion  flames  and  interpreted  the  results  on  the  basis  of  a 
branching- termination  reaction  scheme;  and  (4)  experimentally  investigated  the 
influences  of  aerodynamic  straining  and  gaseous  additives  on  the  various  sooting 
limits  of  several  alkane/air  diffusion  flames,  and  identified  concentration 
modification  due  to  preferential  diffusion  as  a  potentially  important  mechanism 
influencing  soot  formation. 

TECHNICAL  DISCUSSION 

1 .  Laminar  Flame  Speeds  and  Reaction  Mechanisms  of  Methane/Air  Mixtures 

The  laminar  flame  speed  S°  is  an  important  physico-chemical  parameter  of  a 
combustible  mixture  because  it  contains  the  basic  information  regarding  its 
diffusivity,  exothermicity ,  and  reactivity.  Most  of  the  earlier  experimental 
determinations  of  S°,  however,  have  been  complicated  by  the  coupled  effects  of 
flame  stretch  and  preferential  diffusion.  These  influences  can  cause  uncertainty 
in  the  study  of  chemical  kinetic  mechanisms  by  using  S°  as  a  criterion  for 
partial  validation. 

In  an  earlier  study  we  proposed  the  use  of  the  counterflow,  twin- flame 
method  to  unambiguously  determine  the  laminar  flame  speed  S°.  In  the  present 
investigation  the  S°  of  methane/"air"  mixtures  have  been  accurately  and 
extensively  determined  over  the  stoichiometric  range  from  very  lean  to  very  rich, 
the  pressure  range  from  0.25  to  4  atm,  and  flame  temperature  range  from  1,550 
to  2,250  K;  independent  variation  of  the  flame  temperature  is  achieved  by 
substituting  nitrogen  in  the  air  by  an  equal  amount  of  argon  or  carbon  dioxide. 
Numerical  simulation  of  the  experimental  flame  speeds  has  also  been  conducted 
by  using  a  Cj  mechanism  and  a  full  C2  mechanism.  Figures  1  and  2  respectively 
show  the  comparisons  between  the  experimentally-  and  numerically- determined 
values  of  S°  as  a  function  of  the  equivalence  ratio  4>  for  mixtures  with  different 
inerts  at  1  atm  (Fig.  1),  and  with  different  adiabatic  flame  temperatures  (Tad) 
at  1  atm.  (Fig.  2).  The  calculated  results  agree  well  with  the  experimental 
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data,  for  both  the  Cj  and  C2  mechanisms,  except  for  the  very  rich  mixtures  for 
which  there  is  substantial  overprediction  by  the  C2  mechanism.  Further 
experiments  and  computations  have  been  conducted  for  highly-diluted  flames  under 
elevated  pressures.  Figures  3a  and  3b  show  typical  results  for  the  mass  burning 
rate  m°-puS°  and  overall  reaction  orders  n  as  functions  of  pressure  and  nitrogen 
dilution,  showing  that  n  can  actually  assume  negative  values.  The  above  results 
are  reported  in  Publication  Nos.  1,  2  and  3. 

2 .  Chemical  Kinetic  Limits  of  Laminar  Flame  Propagation 

The  objective  of  this  investigation  is  to  explore  the  potential  existence 
of  purely  chemical  kinetic  limits  for  the  steady  propagation  of  the  adiabatic, 
one - dimens ional ,  planar  laminar  flame,  and  to  explore  their  relation  with  the 
flammability  limits  of  the  mixture.  Theoretical  determination  of  such  limits 
involves  computing  the  flame  structure  and  identifying  situations  under  which 
the  controlling  chain  termination  reactions  overwhelms  the  corresponding 
branching  reactions.  Such  lean  and  rich  limits  have  been  determined  for 
methane/air  mixtures  at  various  pressures,  with  different  kinds  of  diluents,  and 
with  H2  and  CH3Br  additions.  T  e  values  mostly  agree  well  with  the 
experimentally-determined  flammability  limits  of  these  mixtures.  This  work  is 
reported  in  Publication  No.  4. 

3 .  Extinction  of  Counterflow  Diffusion  Flames  with  Branching-Termination  Chain 

Mechanisms 

In  a  previous  study  the  asymptotic  structure  and  extinction  of  diffusion 
flames  supported  by  a  chain  mechanism  consisting  of  two  two-body,  thermoneutral, 
high-activation-energy  branching  reactions  and  a  three-body,  exothermic,  zero- 
activation-energy  termination  reaction  have  been  analyzed  for  the  model  problem 
of  counterflow  flames.  In  the  present  study  the  extinction  strain  rates  of  such 
a  counterflow  methane/02/N2  diffusion  flames  have  been  experimentally  determined. 
Results  show  that  the  density-weighted  extinction  strain  rates  increase  only 
linearly  with  increasing  pressure,  thereby  demonstrating  weakened  pressure 
dependence  due  to  the  influence  of  the  three -body  termination  reaction.  This 
work  is  reported  in  Publication  No.  5. 

4 .  Sooting  Limits  of  Strained  Diffusion  Flames  and  the  Influence  of  Gaseous 

Additives 

An  experimental  study  has  been  performed  with  axisymmetric  counterflow 
diffusion  flames  to  investigate  the  influence  of  gaseous  additives  and 
aerodynamic  straining  on  the  relevant  sooting  limits  of  the  lower  alkanes  and 
ethylene.  The  limits  are  defined  by  the  critical  strain  rate  at  which  either 
soot  luminosity,  soot  particle  scattering,  or  broadband  fluorescence  is 
negligible  compared  to  the  appropriate  background  signal.  The  fluorescence 
signal,  if  attributed  to  polycyclic  aromatic  precursors,  yields  a  limit  that  can 
be  interpreted  as  the  extinction  of  soot  precursors  and  is  suggested  to  be  a 
possible  limit  for  identifying  a  completely  nonsooting  flame  condition. 

The  results  of  the  study  further  identify  how  temperature  and  fuel 
concentration  influence  soot  particle  inception,  and  both  are  found  to  have  a 
potentially  important  influence  on  this  crucial  stage  of  the  soot  formation 
process.  Furthermore,  the  critical  strain  rates  are  found  to  display  an 
Arrhenius  temperature  dependence,  a  dependence  that  is  similar  for  the  alkanes 
considered . 

By  eliminating  temperature  and  concentration  effects,  the  direct  chemical 
influence  of  02,  C02,  and  CO  on  soot  limits  and,  consequently,  soot  inception 
chemistry  has  been  observed.  Oxygen  and  C02  addition  decrease  the  soot  limits 
while  CO  addition  increases  them.  The  interpretation  of  these  results  is  based 


on  the  influence  of  these  additives  on  the  hydroxyl  radical  concentrations.  That 
is ,  02  end  C02  addition  favors  OH  production  while  the  addition  of  CO  scavenges 
OH  in  the  critical  interface  between  the  soot  inception  zone  and  the  OH  profile. 
This  work  is  reported  in  Publication  Nos.  6  and  7. 

5 .  Concentration  Modification  Due  to  Preferential  Diffusion 

An  experimental  and  numerical  investigation  has  been  conducted  to 
investigate  the  influence  of  the  mobility  of  inert  additives  on  soot  formation 
in  propane  and  ethylene  counterflow  diffusion  flames.  The  inerts  used  were 
helium,  neon,  argon,  or  krypton.  Results  show  that  while  the  moblility  of  the 
inert  has  practically  no  effect  when  a  small  amount  is  added  to  the  oxidizer 
side,  the  influence  is  significant  when  added  to  the  fuel  side  in  that  krypton, 
being  the  least  mobile  inert,  yields  the  greatest  soot  loading  while  helium, 
being  the  most  mobile,  yields  the  least  (Fig.  4).  By  relating  the  spatially- 
resolved  soot  volume  fractions  to  the  corresponding  profiles  of  temperature, 
velocity  and  species  concentrations ,  it  is  demonstrated  that  this  influence  on 
soot  loading  is  likely  caused  by  concentration  modifications  of  the  fuel  and  the 
soot  precursors  due  to  the  different  mobilities  of  the  inert  additives.  This 
work  is  reported  in  Publication  No.  8. 
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SUMMARY/OVERVIEW: 

The  objective  of  this  research  is  to  develop  an  improved  understanding  of  turbulence- 
flame  interactions  and  their  effect  on  turbulent  flame  structure,  turbulent  flame  propagation,  and 
flame  generated  turbulence  in  premixed  turbulent  flames.  Measurements  have  been  made  in  a 
freely  propagating  turbulent  flame  of  the  turbulence  properties  both  upstream  and  downstream  of 
the  flame,  including  turbulence  intensity,  length  scale,  time  scale,  energy  spectrum  and  Reynolds 
stress,  as  well  as,  of  the  two-dimensional  flame  structure.  The  flame  structure  measurements 
have  been  analyzed  for  fractal  character  and  the  results  used  to  develop  a  heuristic  model  of 
flame  structure  fractal  dimension.  These  measurements  provide  a  comprehensive  characterization 
of  turbulence-flame  interactions,  new  insights  and  understanding  regarding  their  effect  on 
turbulent  flame  propagation  and  flame  generated  turbulence,  and  new  methods  for  quantifying 
the  role  of  turbulent  flame  structure  in  turbulent  combustion  models. 

TECHNICAL  DISCUSSION 

The  turbulent  flow  reactor  used  in  this  research,  referred  to  as  a  pulsed-flame  flow  reactor, 
was  specifically  designed  for  this  study  of  turbulence-flame  interactions  in  premixed  turbulent 
flames.  Turbulence  is  generated  by  forcing  the  fuel-air  mixture  through  a  large  number  of  small 
diameter,  high  Reynolds  number  jets  which  are  uniformly  distributed  over  the  cross-section  of 
the  flow  reactor  and  oriented  normal  to  the  axis  of  the  flow  reactor.  With  this  device,  relative 
turbulence  intensities  as  high  as  70%  can  be  achieved,  which  are  uniform  within  ±10%  over  the 
cross-section  of  the  flow  reactor.  Fuel  is  added  to  the  air  flow  well  upstream  of  the  test  section 
to  insure  complete  mixing.  The  flame  is  initiated  by  a  spark  located  approximately  two  test 
section  diameters  downstream  of  the  measurement  location.  This  produces  a  flame  which  freely 
propagates  upstream  through  the  measurement  location.  By  cycling  the  fuel  off  and  on  in  2 
second  intervals,  and  by  adjusting  the  spark  timing  to  coincide  with  the  arrival  of  each  fuel-air 
"slug",  a  flame  is  produced  every  4  seconds.  Measurements  can  then  be  made  over  many 
different  flame  events  and  ensemble  averaged  to  obtain  the  appropriate  statistical  averages. 

The  effect  of  turbulence-flame  interactions  on  the  turbulence  properties  of  the  flow  both 
upstream  and  downstream  of  the  flame  front  has  been  studied  in  a  propane-air  flame  at  an 
equivalence  ratio  of  1.0,  a  pressure  of  1  atmosphere,  a  temperature  of  300  K,  a  turbulence 
intensity  of  25  cm/sec  and  an  integral  length  scale  of  8  mm  [1].  Laser  Doppler  velocimetry  has 
been  used  to  measure  the  mean  velocity,  turbulence  intensity,  time  scale,  energy  spectrum,  length 
scale  and  Reynolds  stress  as  a  function  of  time  through  the  propagating  flame  front.  Velocity 
components  and  length  scales  are  measured  both  normal  and  parallel  to  the  mean  flame  front. 

The  turbulence  intensity,  normal  to  the  mean  flame  front  is  observed  to  gradually  increase 
by  approximately  50%  ahead  of  the  flame  and  then  to  suddenly  increase  by  a  factor  of  5  to  6 
across  the  flame.  Whereas  the  turbulence  intensity  parallel  to  the  mean  flame  front  shows  no 
appreciable  increase  ahead  of  the  flame  and  only  a  factor  of  2  to  3  increase  across  the  flame. 

Since  there  is  a  significant  decrease  in  density  across  the  flame,  it  is  more  appropriate  to  consider 
the  density  weighted  turbulent  kinetic  energy,  pu'2,  which  shows  a  nearly  three-fold  increase 
across  the  flame  as  a  result  of  the  turbulence-flame  interactions.  It  is  important  to  note  that  the 
turbulence  production  is  highly  anisotropic  and  that  any  model  of  turbulence-flame  interactions 
must  not  only  account  for  the  turbulence  production  but  it’s  anisotropic  nature  as  well. 

The  integral  length  scale  measurement  is  a  transverse  length  scale  which  is  obtained  from  a 
direct  two-point  spatial  correlation  measurement.  Length  scales  both  normal  and  parallel  to  the 
mean  flame  front  have  been  measured.  The  results  show  that  the  length  scale  increases  from  the 


unburned  to  the  burned  gases,  increasing  by  50%  for  the  length  scale  which  is  parallel  to  the 
mean  flame  front  and  by  a  factor  of  2  for  the  length  scale  which  is  normal  to  the  mean  flame 
front.  The  length  scale  measurements  also  reflect  the  fact  that  the  upstream  turbulence  is 
relatively  isotropic,  but  becomes  anisotropic  in  the  post-flame  gases. 

The  turbulence  energy  spectrum  at  225  msec  ahead  of  the  flame  shows  a  slope  of  -2.0 
which  indicates  that  the  turbulence  is  not  fully  equilibrated.  This  is  actually  before  the  flame  is 
ignited  and  therefore  is  a  measure  of  the  cold  flow  turbulence.  At  75  msec  before  flame  arrival, 
there  is  a  pronounced  increase  in  the  high  frequency  content  of  the  energy  spectrum  resulting  in 
a  slope  of  -1.33.  This  indicates  that  the  turbulence-flame  interactions,  which  result  in  an 
increase  in  the  turbulent  kinetic  energy  of  the  unburned  gas  immediately  ahead  of  the  flame, 
occur  selectively  at  high  frequencies  and  small  scales  of  the  turbulence  energy  spectrum.  In  the 
burned  gases  behind  the  flame,  a  decrease  in  the  high  frequency  content  of  the  energy  spectrum 
is  observed  resulting  in  a  slope  of  -1.71  at  75  msec  and  1.95  at  225  msec.  The  observed  changes 
in  the  burned  gas  energy  spectrum  may  be  due  to  the  increased  viscosity  in  the  high  temperature 
burned  gases  and  its  dissipative  effect  on  the  small  scale  eddies.  Additional  measurements  of  the 
effect  of  turbulence-flame  interactions  on  the  turbulence  energy  spectrum  are  essential.  Such 
measurements  will  identify  the  scales  on  which  turbulence-flame  interactions  take  place  and 
thereby  improve  our  understanding  of  the  underlying  fluid  mechanical  mechanisms. 

Two-dimensional  flame  structure  measurements  in  turbulent  propane-air  flames  have  been 
made  over  a  range  of  Reynolds  numbers  from  50  to  1430  and  Damkohler  numbers  from  10  to  900 
[2].  This  also  corresponds  to  a  range  of  turbulence  intensity  to  laminar  flame  speed  ratios  from 
0.25  to  12.  Except  for  one  case,  all  of  the  flame  structure  measurements  are  in  what  is  referred 
to  as  the  reaction  sheet  regime.  At  each  of  the  operating  conditions,  between  15  and  35  images 
were  recorded.  Two  important  observations  can  be  made  from  these  images  regarding  the  effect 
of  increasing  u  f/S, .  One  is  that  there  is  more  evidence  of  small  scale  flame  structure  and  the 
second  is  that  the  flame  zone  covers  a  larger  portion  of  the  field  of  view,  i.e.  it  becomes  more 
space-filling,  as  u'/SL  increases.  These  observations  are  consistent  with  the  fractal  analysis  of  the 
flame  structure  images  which  is  used  to  quantitatively  characterize  the  observed  changes  in  flame 
structure. 

Each  of  the  two-dimensional  flame  structure  images  was  analyzed  using  a  fractal  algorithm. 
These  results  show  that  there  is  a  range  of  scales  over  which  the  slope  is  constant  for  each  flow 
condition,  which  is  a  necessary  and  sufficient  cono.  ’on  to  show  that  the  flame  structures  display 
fractal  character.  The  flame  surface  fractal  dimension  is  simply  one  minus  the  slope  of  these 
curves.  The  average  fractal  dimension  is  found  to  increase  with  increasing  u'/SL  and  to  approach 
limiting  values  at  both  low  and  high  u'/SL.  At  low  u'/SL,  the  flame  surface  fractal  dimension 
does  not  appear  to  be  approaching  2.0,  the  Euclidean  dimension  of  a  plane,  as  expected.  Instead, 
the  fractal  dimension  is  apparently  approaching  a  slightly  larger  value.  This  behavior  is  most 
likely  due  to  flame  front  instabilities,  and  perhaps  a  coupling  with  the  turbulence.  At  high  u'/SL, 
the  fractal  dimension  appears  to  be  approaching  a  limiting  value  between  2.3  and  2.4. 

The  outer  cutoff  can  be  identified  as  the  point  where  the  fractal  analysis  curve  deviates 
from  a  constant  slope.  This  quantity  is  important  since  it  is  required  to  determine  the  turbulent 
flame  speed  as  discussed  below.  The  results  show  that  the  outer  cutoff  is  not  a  sharp  cutoff,  but 
that  there  is  a  gradual  transition.  The  transition,  however,  does  occur  over  a  narrow  range  of 
scales  comparable  to  the  integral  scale  for  the  flow  conditions  studied. 

The  inner  cutoff  is  also  required  to  calculate  the  turbulent  flame  speed.  Based  on  physical 
arguments,  there  are  several  hypotheses  regarding  the  proper  physical  scale  which  should  be  used 
to  represent  the  inner  cutoff  including  the  Kolmogorov  length  scale,  the  laminar  flame  thickness, 
and  the  Gibson  scale.  The  measurements  in  this  study  have  not  been  made  with  sufficient  spatial 
resolution  to  determine  the  inner  cutoff,  however,  they  do  show  that  the  inner  cutoff  is  less  than 
the  Gibson  scale. 

At  high  Reynolds  numbers,  it  is  expected  that  the  flame  front  will  behave  dynamically  as  a 
passive  scalar  surface.  This  occurs  since  the  burning  process  is  dominated  by  the  turbulent 
convective  action.  The  passive  scalar  fractal  dimension  has  been  determined  to  be  approximately 
2.35  [3].  In  this  study,  the  flame  structure  fractal  dimension  is  found  to  approach  this  value  at 
values  of  u’/SL  greater  than  10. 

The  results  of  this  study  clearly  indicate  that  the  fractal  dimension  increases  with 
increasing  turbulence  intensity  and  decreasing  laminar  flame  speed.  This  can  be  explained  in 
terms  of  two  competing  processes.  First,  the  turbulent  velocity  fluctuations  act  to  convectively 
distort  the  flame  front  at  a  rate  proportional  to  the  characteristic  velocity  scale,  u'.  Second,  the 
laminar  burning  process  acts  to  smooth  the  flame  surface  at  a  rate  proportional  to  the  laminar 
bu.  ning  speed,  SL.  The  relative  importance  of  these  processes  changes  with  u  '/SL,  where  the 
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smoothing  process  dominates  at  low  values,  and  turbulence  dominates  at  high  values.  In  the 
region  between  these  two  limits,  both  effects  are  important.  In  order  to  quantify  this  behavior,  a 
heuristic  model  for  the  fractal  dimension  of  flame  surfaces  has  been  developed  [2].  The  rate  of 
wrinkling  is  represented  by  u’,  which  accounts  for  the  tendency  of  the  turbulent  motion  to  distort 
the  flame  surface  into  a  passive  scalar  with  a  fractal  dimension  Dr  The  rate  of  smoothing  is 
represented  by  SL,  which  represents  the  tendency  of  the  burning  process  to  eliminate  wrinkles 
from  the  flame  surface,  thereby  lowering  the  fractal  dimension,  towards  a  laminar  limit,  DL.  The 
combined  effect  of  these  processes  is  represented  by: 

D,  -  Dl/(u’/Sl  +  1)  +  Dt/(1  +  SL/u'  ) 

where  D,;  refers  to  the  flame  surface  fractal  dimension.  Values  of  2.05  and  2.35  have  been  used 
for  the  laminar  flame  fractal  dimension  and  turbulent  passive  scalar  fractal  dimension, 
respectively.  Figure  1  shows  a  comparison  between  this  model  and  the  fractal  dimension 
measurements  from  this  study,  as  well  as  recent  measurements  from  other  studies  [4,5].  The 
heuristic  model  appears  to  agree  well  with  the  measured  flame  surface  fractal  dimensions  over  the 
entire  range  of  u'/SL  from  the  laminar  limit  to  the  high  Reynolds  number  limit. 

In  the  reaction  sheet  regime  and  in  the  absence  of  flame  stretch  effects,  the  turbulent  to 
laminar  flame  speed  ratio  is  simply  equal  to  the  turbulent  to  laminar  flame  area  ratio.  Using  the 
fractal  description  of  the  flame  surface,  this  ratio  is  equal  to 

ST/SL  =  At/Al  =  (r,/L)  2“D 

where  the  Kolmogorov  scale,  f?,  and  the  integral  scale,  L,  have  been  used  as  the  inner  and  outer 
cutoffs,  respectively.  The  heuristic  fractal  dimension  model  can  then  be  used  to  obtain  an 
expression  for  the  turbulent  to  laminar  flame  speed  ratio  which  is  a  function  of  the  turbulence 
intensity  to  laminar  flame  speed  ratio  and  the  Kolmogorov  to  integral  scale  ratio. 

Validation  of  the  fractal  turbulent  flame  speed  model  through  comparison  with  measured 
turbulent  flame  speeds  is  an  important  test.  Despite  the  abundance  of  reported  turbulent  flame 
speed  data,  there  are  limitations  to  most  of  the  measurements  which  preclude  their  use  for  this 
purpose.  These  limitations  include  the  absence  of  information  on  the  turbulence  length  scale,  as 
well  as,  unwanted  flow  field  effects  associated  with  the  various  flame  configurations  which  have 
been  used  and  uncertainty  in  defining  the  unburned  gas  velocity  with  respect  to  the  mean  flame 
front.  The  flame  configuration  which  is  least  affected  by  these  problems  is  the  freely 
propagating  spherical  flame.  In  this  case,  however,  the  flame  propagation  rate  undergoes  a 
transition  from  an  initially  laminar  growth  rate  to  a  fully  developed  turbulent  growth  rate.  This 
process  is  accounted  for  in  the  turbulent  flame  kernel  model  [6]  described  below  which 
incorporates  the  heuristic  flame  structure  fractal  dimension  model. 

In  the  absence  of  additional  ignition  energy  following  gas  breakdown,  the  growth  rate  of  a 
spherical  flame  kernel  is  given  by  (pjp*) S,  where  p  and  pb  are  the  unburned  and  the  burned  gas 
densities,  respectively,  and  S  is  the  laminar  or  turbulent  flame  speed.  This  expression  accounts 
for  both  flame  propagation  and  the  thermal  expansion  due  to  the  flame’s  chemical  heat  release. 
The  effect  of  turbulence  on  flame  kernel  growth,  as  represented  by  this  expression,  is  through 
changes  in  the  flame  speed  S.  The  fundamental  effects  of  turbulence  on  flame  speed  are  much 
same  in  a  flame  kernel  as  in  a  fully  developed  flame.  The  major  difference  between  a  fully 
enveloped  turbulent  flame  and  a  turbulent  flame  kernel  is  that  the  flame  kernel  imposes  its  own 
characteristic  time  and  length  scales,  i.e.  the  kernel  lifetime  and  size,  respectively.  To  properly 
account  for  these  characteristic  time  and  length  scales,  it  is  necessary  to  allow  for  the  fact  that 
the  turbulent  flow  consists  of  a  range  of  time  and  length  scales  and  that  only  those  turbulence 
scales  which  are  smaller  than  the  kernel’s  characteristic  scales  can  affect  the  kernel  growth  rate. 
One  approach  which  has  been  used  to  account  for  the  range  of  turbulence  time  scales  affecting 
flame  kernel  growth  is  based  on  the  use  of  the  turbulence  energy  spectrum  [7],  where  the 
effective  turbulence  intensity  at  a  particular  time,  t,  is  defined  by  the  square  root  of  the  area 
under  the  energy  spectrum  over  the  range  of  frequency  components  greater  than  the  reciprocal 
lifetime.  The  instantaneous  turbulence  intensity  can  then  be  used  to  define  an  instantaneous 
fractal  dimension,  which  in  turn  can  be  used  to  predict  the  instantaneous  turbulent  flame  speed. 
One  must  also,  however,  account  for  the  fact  the  flame  kernel  surface  can  not  exhibit  scales 
larger  than  its  size.  In  fact,  a  reasonable  approximation  is  that  the  largest  scale  of  wrinkling  is 
equal  to  half  the  kernel  radius.  And  finally,  the  instantaneous  turbulent  flame  speed  can  be  used 
to  determine  the  instantaneous  growth  rate,  which  when  integrated  from  the  initial  kernel  radius, 
gives  the  kernel  radius  as  a  function  of  time.  Figure  2  shows  a  comparison  of  the  fractal  model 
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of  turbulent  flame  kernel  growth  with  measurements  made  in  a  high  velocity  turbulent  flow  such 
that  the  flame  kernel  rapidly  detaches  itself  from  the  spark  electrodes  [8].  In  this  particular  case, 
the  agreement  between  the  model  prediction  and  the  measurement  is  very  good. 

Although  the  comparison  shown  in  Figure  2  is  very  encouraging,  a  much  more 
comprehensive  evaluation  of  the  fractal  turbulent  flame  kernel  model  over  a  broad  range  of 
turbulence  conditions  is  still  required.  In  addition,  measurements  are  still  needed  to  identify  the 
proper  choice  for  the  inner  cutoff.  Such  measurements  are  currently  being  made  in  the  pulsed- 
flame  flow  reactor. 
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Figure  1.  Comparison  between  the  fractal  dimension 
predicted  by  the  heuristic  model  and  experimentally 
measured  values. 


TIME  [msec] 

Figure  2.  Comparison  between  the  fractal  turbulent 
flame  kernel  growth  model  and  experimental  data 
from  reference  (8). 
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SUMMARY 


This  is  an  experimental  and  modeling  study  of  gaseous  flames  under  conditions  approaching  blowoff. 
Most  recently  we  have  investigated  a  non-premixed  turbulent  jet  flame,  composed  volumetrically  of  a 
40%  CO/ 10%  H^/50%  N9  mixture  called  LHC  (Low  Hydrogen  Content)  gas,  in  co-flowing  air.  The 
high  Reynolds  number  ( 157000  based  on  conditions  at  the  jet  exit)  necessitates  stabilization,  provided 
here  by  a  co-annular  premixed  pilot  flame.  Pointwise  measurements  of  (i)  temperature,  mixture  frac¬ 
tion,  and  mole  fractions  of  major  species  and  (ii)  velocity  have  been  made  using  (i)  spontaneous 
Raman  spectroscopy  and  (ii)  laser  velocimetry,  respectively.  The  data  show  significant  temperature 
decrements  due  to  finite-rate  chemistry  effects  but  no  evidence  of  localized  extinction.  A  computa¬ 
tional  model  for  a  jet  flame  under  such  conditions  has  been  developed.  In  the  model,  combustion 
chemistry  is  represented  by  two-body  shuffle  reactions  and  three-body  recombination  reactions.  The 
scalar  dissipation  rate  field  is  examined  for  a  critical  value  below  which  the  two-body  reactions  are 
assumed  to  be  in  partial  equilibrium  (p.e.)  and  above  which  they  are  assumed  to  be  frozen  and  the  gas 
therefore  unburned.  The  kinetics  of  the  recombination  reactions  are  activated  for  the  former  fraction 
of  the  gas.  This  approach  has  been  implemented  in  a  shear-layer  finite-volume  averaged  Navier- 
Stokes  model  with  k-e/assumed  shape  probability  density  function  (pdf)  sub-models  for  turbulence. 
Comparisons  of  the  calculations  and  the  data  are  used  to  make  inferences  regarding  the  nature  of  a 
flame  near  blowoff. 

EXPERIMENTAL  SETUP 

The  fuel  (LHC  gas)  issues  from  a  nozzle  of  diameter  (d)  3.18  mm  in  low-turbulence  co-flowing  air 
[1-3],  the  flame  being  stabilized  by  a  co-annular  premixed  pilot  (Fig.  1).  The  LHC  gas  composition 
has  been  chosen  to  maximize  the  probability  of  local  extinction,  and  features  a  critical  strain  rate  (in  a 
counterflow  burner)  of  950  s’1  [4].  The  fluctuating  strain  field  near  the  exit  might  be  expected  to 
result  in  local  strain-induced  extinction.  The  flame  is  attached  at  a  jet  exit  Reynolds  number  of 
15,000;  time-resolved  (1  fis)  Schlieren  photographs  and  shadowgraphs  show  no  gross  unsteady 
features  or  liftoff  tendencies.  The  pilot  flame  consists  of  a  premixed  stoichiometric  mixture  of  LHC 
gas  and  air,  preserving  the  C/H/O  ratios.  The  exit  velocity  of  the  premixed  products  was  inferred, 
from  laser  velocimetry  at  x/d  =  1,  to  be  15  m/s.  The  co-flow  air  velocity  was  5  m/s. 

The  joint  Rayleigh- Raman  diagnostic  system  used  in  this  study  is  similar  to  that  used  for  previous  stu¬ 
dies  with  modifications  appropriate  for  the  more  luminous  LHC  gas.  In  brief,  a  flashlamp-pumped 
dye  laser,  which  provides  pulses  of  -  1J  in  -  2  ^is  within  a  0.2  nm  bandpass  at  488.0  nm  at  1  Hz,  is 
used  to  excite  the  scattering  processes.  The  light  scattered  from  the  probe  volume  (0.2  x  0.2  x  0.6 


mm)  is  collected  by  two  lenses,  separated  in  frequency  by  a  3/4  m  polycliromator  and  is  detected  by 
eight  photomultiplier  tubes  at  the  exit  plane.  The  system  was  calibrated  extensively  using  pure  gases 
and  well-characterized  premixed  porous  plug  burners.  Typically,  200  measurements  were  made  at 
each  flame  location  although  2000  shots  were  recorded  at  some  locations  for  statistical  purposes. 
Details  are  available  in  Refs.  4  and  5. 

Laser  velocimetry  was  used  to  measure  the  axial  velocity,  The  514.5  nm  line  from  a  10  watt  argon-ion 
laser  was  used  to  scatter  light  from  alumina  particles  of  1  /im  nominal  diameter.  These  particles  were 
used  to  seed  the  co-flowing  air,  the  jet  and  the  pilot  flow  in  different  combinations  to  provide  un¬ 
biased  statistics.  The  scattered  light  was  collected  by  the  same  spectrometer  and  collection  optics 
used  for  the  Raman  diagnostics  and  processed  using  a  standard  TSI  signal  counter.  At  each  location 
4096  instantaneous  velocity  data  were  recorded.  Radial  profiles  of  velocity,  temperature  and  mole 
fractions  of  the  major  species  were  measured  at  several  axial  locations  in  the  flame;  x/d  =  1,  10,  20 
(regions  of  high  strain),  30,  40,  and  50.  In  addition,  the  centerline  profile  at  y  =  0  was  obtained. 

MODEL 


Several  fluid  mechanical  time-scales  characterize  gaseous  combustion,  such  as  macroscopic  residence 
time,  integral  scales  and  dissipative  scales.  Combustion  occurs  by  a  multi-scale  chemical  kinetic  pro¬ 
cess,  so  that  different  types  of  turbulence-chemistry  interactions  may  exist  simultaneously.  In  the 
present  model,  combustion  chemistry  is  represented  by  two-body  shuffle  reactions  and  three-body 
recombination  reactions.  We  hypothesise  that  the  two-body  reactions,  characterized  by  high  activation 
energies  and  therefore  spatially  narrow  reaction  zones,  occur  in  a  flamelet  manner  while  the  recombi¬ 
nation  reactions  occur  in  a  distributed  manner  [5).  The  two-body  fast  shuffle  reactions  therefore  are 
not  assumed  to  be  in  equilibrium  throughout  the  flowfield:  the  two-body  reaction  zone  is  assumed  to 
be  either  in  p.e.  or  quenched  depending  on  the  local  dissipation  rate  X  being  less  or  more  than  a  criti¬ 
cal  value.  Consequently,  the  pdf  of  local  dissipation  rate  is  required  [6].  The  kinetics  of  the  recombi¬ 
nation  reactions  are  activated  for  the  former  fraction  of  the  gas.  Local  extinction  would  arise  if  the 
strain  was  sufficiently  high  to  preclude  two-body  reactions  from  occurring  over  sufficiently  large 
regions.  The  theory  is  implemented  with  a  partial-equilibrium/assumed  shape  pdf  (over  mixture  frac¬ 
tion  and  radical  pool  reaction  progress  variable)  for  the  reacting  part  of  the  gas. 

The  model  [4,5]  is  an  extension  of  the  partial  equilibrium  model  for  CO/FU-air  flames.  The  p.e. 
model  has  been  used  in  the  past  in  conjunction  with  both  k-e/  assumed  shape  paf  [e.g.,  Ref.  1]  and  full 
velocity-scalar  joint  pdf/Monte-Carlo  models  [3,7]  with  good  success  on  velocity,  temperature,  major 
species  and  OH  in  a  turbulent  jet  flame  of  medium  BTU  gas  (40%  CO,  30%  FL,,  30%  N-,)  in  air. 

DISCUSSION 


A  temperature-mixture  fraction  (£)  scattergram,  using  data  from  ail  radial  locations  at  x/d  =  10,  indi¬ 
cates  that  the  lean  gas  is  near  adiabatic  equilibrium  (Fig.  2).  Near  stoichiometric  (£s  =  0.43),  there  is 
significant  departure  from  equilibrium  in  the  data:  for  £  between  0.25  and  0.65  the  temperature  values 
range  from  750  -  1500  K.  There  is  no  bimodality  in  contrast  with  the  scattergrams  in  methane  flames 
[8]  or  a  high  Reynolds  number  diluted  F^-Argon  flame  [9].  The  latter,  however,  was  not  a  steadily 
attached  flame.  The  present  data  seem  to  deny  localized  extinction,  but  indicate  significant  depar¬ 
tures  from  adiabatic  equilibrium  chemistry  in  the  LHC  flame. 

Comparisons  of  the  data  with  the  calculations  have  been  conducted  at  x/d  =  20  (the  region  of  large 
strain)  and  x/d  =  40  (the  equilibrated  region).  Here  we  discuss  only  selected  results  at  the  former 
station.  The  mean  mixture  fraction  (Fig.  3)  is  predicted  to  decay  less  rapidly  than  measured;  either 
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the  scalar  field  develops  differently  from  the  velocity  field  or,  more  Likely,  the  initial  turbulence  is  not 
resolved  well  enough.  The  variance  of  the  mixture  fraction  (Fig.  4)  agrees  very  well  with  the  predic¬ 
tions,  with  an  an  off-axis  peak  centered  atr/a  =  3(a  =  fuel  tube  radius).  Figure  5  shows  that  the 
comparison  for  the  major  species  ^  and  at  x/d  =  20  is  fairly  good.  Similarly  the  fuel  consump¬ 
tion  is  predicted  well  except  in  the  fuel  rich  case  (CO  and  F^).  The  centerline  decay  of  the  scalar 
field  of  the  jet  is  less  than  predicted  as  was  the  case  for  the  mixture  fraction.  The  conventionally- 
averaged  mean  temperature  profile  (Fig.  6)  agrees  fairly  well.  Overall,  the  model  does  a  reasonable 
job  of  taking  into  account  the  departures  from  equilibrium  chemistry. 

One  must  explain  the  bimodality  seen  in  methane  flames.  A  contributing  factor  is  the  propensity  of 
hydrocarbon  fragments  (alkyl  radicals)  to  consume  oxyhydrogen  radicals.  Another  factor  is  that  the 
flammable  range  in  methane-air  systems  is  narrow  (  £s  =  0.058),  favoring  flamelet-like  behavior, 
whereas  in  the  LHC  gas  flame  (£  =  0.43)  the  reaction  zone  extends  from  £  =  0.2  to  £  =  0.6.  Thus,  in 
the  LHC  flame  studied  here  the  turbulent  flame  consist  of  distributed  reaction  zones,  embedded 
within  which  lie  thin  two-body  reaction  zones.  In  such  a  flame,  as  the  turbulence  intensity  is 
increased,  the  time  scales  may  eventually  be  fast  enough  to  be  comparable  to  the  chemical  time  scale 
of  the  two-body  reactions,  leading  to  their  being  extinguished  and  eventually  result  in  global  blowoff  of 
the  flame. 

It  appears  that  local  extinction  is  not  induced  by  strain  in  CO/F^-air  flames,  because  the  reaction 
zones  are  too  broad  to  interact  with  the  straining  (dissipative)  scales.  H0  and  CH,  flames  have  much 
narrower  reaction  zones,  and  CH^  flames  do  indeed  show  localized  extinction.  H~  flames,  however, 
have  simpler  chemistry  and  would  be  worth  studying  in  the  highly  turbulent  regime,  with  pilot  or 
bluff-body  stabilization. 
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SUMMARY/OVERVIEW: 

Jet  diffusion  flames  are  being  investigated  in  combined  experimental  and  theoretical 
studies.  The  Reactive  Mie  Scattering  (RMS)  visualization  technique  is  used  in  conjunction  with 
advanced  quantitative  diagnostic  techniques  to  characterize  the  dynamic  effects  that  occur  when 
fuel  type,  nozzle  diameter  and  size,  and  flow  rates  are  varied.  The  experimental  studies  are  cou¬ 
pled  with  theoretical  investigations  in  which  time -dependent  computational  data  bases  are  used  to 
extract  fundamental  information  about  the  processes  occurring  in  jet  diffusion  flames.  Combustion 
processes  are  primarily  understood  in  terms  of  the  behavior  of  mean  properties.  This  research 
identifies  and  characterizes  the  underlying  dynamic  processes  that  contribute  to  the  mean  flow  be¬ 
havior  involving  mixing,  transport,  and  heat  release  in  nonpremixed  jet  flames. 

TECHNICAL  DISCUSSION: 

Combustion  studies  are  normally  complicated  by  the  numerous  interactions  between  the 
fluid  dynamics  and  chemistry  effects  that  contribute  to  a  measured  result.  Ideally,  one  strives  to 
simplify  the  problem  by  studying  flames  that  arc  established  with  simple  burner  geometries  and  by 
operating  at  conditions  where  the  dominating  processes  are  those  of  interest.  Even  after  careful  ex¬ 
perimental  design,  the  coupling  effects  are  often  sufficiently  complex  that  they  are  hard  to  separate. 
Jet  diffusion  flames  are  often  used  in  basic  studies  to  gain  insights  into  the  processes  that  can  occur 
in  practical  devices.  Considerable  data  on  statistical  quantities,  such  as  time  averaged  and  rms  val¬ 
ues  obtained  with  single  point  measurement  techniques,  have  been  obtained  along  with  many  de¬ 
tails  about  the  visible  structure  of  jet  flames.  These  data  have  contributed  to  an  understanding  of  jet 
flames  in  terms  of  mean  properties.  Indeed,  much  of  the  current  understanding  of  combustion  is 
based  on  ideas  of  Reynolds  averaging.  Perhaps  the  development  and  utilization  of  computer  based, 
Reynolds  averaged  models  have  reinforced  the  time  averaged  view.  The  Reynolds  averaged  ap¬ 
proach  has  definite  value  for  engineering  applications  and  may  be  a  necessity  in  many  cases.  Al¬ 
though  this  approach  has  proven  successful,  there  is  a  danger  of  thinking  about  combustion  in 
terms  of  time-averaged  parameters.  In  some  cases,  it  can  mask  the  physics  and  chemistry  that  are 
germane  to  fundamental  understandings.  Unmixedness  is  a  good  example  of  this.  It  is  masked  by 
time  averaged  results  and,  in  practical  combusting  devices,  can  cause  hot  streaks  and  reduced 
combustor  efficiency.  Our  research  is  based  on  the  premise  that  an  understanding  of  the  dynamics 
of  processes  is  essential  to  a  fundamental  understanding  of  many  combusting  flows. 

The  long-term  objective  of  this  research  program  is  to  identify  the  underlying  dynamic  pro¬ 
cesses  that  are  important  in  establishing  the  temperature,  species  concentration,  and  velocity  fields 
in  jet  diffusion  flames  and  develop  a  methodology  for  characterizing  the  conditions  (fuel  type, 
nozzle  geometry,  and  flow  rates)  for  which  different  processes  are  important.  In  addition,  this 
program  will  provide  powerful  computational  research  tools  that  have  teen  systematically  devel¬ 
oped  and  evaluated  over  a  wide  range  of  jet  flame  operating  conditions  and  have  general 
applicability  to  other  burner  configurations.  It  will  provide  a  fundamental  technical  base  on  which 


practical  combustion  devices,  such  as  gas  turbine  combustors,  can  be  better  understood.  This 
program  is  strongly  coupled  with  other  Air  Force  programs  that  link  the  jet  flame  studies  with  the 
development  of  combustor  design  models  by  several  engine  companies. 
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This  research  is  being  performed  by  scientists  in  several  different  laboratories.  Experi¬ 
ments  are  being  conducted  at  the  Aero  Propulsion  and  Power  Laboratory  (APPL)  with  part  time 
participation  of  L.  D.  Chen  from  the  University  of  Iowa;  L.  P.  Goss,  V.  Vilimpoc,  T.  H.  Chen, 
B.  Sarka,  D.  D.  Tramp  and  M.  E.  Post  of  Systems  Research  Laboratories,  Inc.;  and  T.  A.  Jack- 
son,  C.  A.  Obringer,  and  W.  M.  Roquemore  of  APPL.  Two  computational  groups  are  also  in¬ 
volved  part  time.  They  include  R.  W.  Davis  and  E.  F.  Moore  of  the  National  Institute  of  Standards 
and  Technology  (NIST)  who  are  studying  propane  flames  and  J.  Ellzey,  K.  Laskey ,+  and  E.  S. 
Oran  of  the  Naval  Research  Laboratory  who  are  studying  hydrogen  flames.  Also,  some  experi¬ 
ments  and  analysis  of  the  computational  data  are  being  performed  at  the  University  of  Iowa  under 
the  direction  of  L.  D.  Chen.  Results  from  some  of  these  studies  involving  near  laminar  and  turbu¬ 
lent  flames  are  presented  below. 

The  relative  importance  of  the  fluid  dynamics  as  compared  to  the  chemistry  is  a  critical  is¬ 
sue  for  understanding  many  combusting  flows.  This  question  is  being  addressed  systematically  in 
this  program  through  combined  experimental/computational  studies.  Davis  and  Moore  at  NIST 
have  incorporated  a  flame  sheet  model  with  infinitely  fast  chemistry  into  a  Navier-Stokes  based, 
large-scale,  time-dependent  computer  model  that  has  proven  to  correctly  describe  the  fluid  dynam¬ 
ics  in  nonreacting  flows.  The  combined  experimental/theoretical  approach  is  to  start  with  a  near- 
laminar,  nonpremixed  jet  flame  for  which  the  flame  sheet  model  with  fast  chemistry  is  expected  to 
be  valid.  Experimental  results  are  used  to  access  how  well  the  model  is  describing  the  observed 
dynamic  processes.  Likewise,  the  model  results  are  used  to  gain  insights  into  the  dynamic  pro¬ 
cesses  in  ways  that  cannot  be  addressed  experimentally.  Higher  flow  rate  jets  will  be  investigated 
in  a  similar  manner  after  the  experiments  demonstrate  that  the  model  contains  the  correct  physics 
and  chemistry.  Flame  stretch  and  other  effects  will  be  added  to  the  model  as  needed  to  describe 
flames  for  which  the  initial  model  proves  incorrect.  The  desired  result  is  a  clearer  fundamental  un¬ 
derstanding  of  the  dynamic  processes  that  contribute  to  measured  results.  It  is  believed  that  this 
combined  approach  will  provide  a  more  comprehensive  understanding  than  can  be  achieved  by  in¬ 
dependent  experimental  or  theoretical  approaches. 

A  buoyancy  dominated  near-laminar  jet  flame  that  has  many  distinguishing  dynamic  fea¬ 
tures  was  chosen  for  the  initial  NIST/APPL  studies.  The  combined  effort  has  yielded  results  such 
as  those  depicted  in  Fig.  1.  The  experiment  consists  of  a  10  cm/s  jet  diffusion  flame  stabilized  on  a 
22.5  mm  diameter  tube  and  burning  a  50/50  mass  mixture  of  propane  and  nitrogen.  Thin-Filament 
Pyrometry  (TFP)  (Goss  et  al.,  J.  Eng.  Gas  Turb.  and  Power,  Vol.  Ill,  pp.  46-52,  1989)  is  used 
to  obtain  nearly  instantaneous  and  simultaneous  radial  temperature  profiles  at  four  axial  locations  in 
the  flame.  Good  agreement  between  the  experimental  and  numerical  results  are  obtained  in  the  first 
five  jet  diameters  where  the  flame  maintains  an  axisymmetric  structure.  Fig.  1 .  The  digitized  image 
of  the  sooting  flame  with  background  subtraction  is  shown  in  Fig.  la  along  with  the  15pm  diame¬ 
ter  SiC  filaments  used  for  TFP  at  four  axial  locations.  The  nearly  instantaneous  temperature  pro¬ 
files  measured  by  the  SiC  filaments  and  those  calculated  by  the  model  are  overlaid  on  the  calculated 
flame  surface  plot  in  Fig.  lb.  The  flame  surface  is  represented  by  the  squares.  The  filament  mea¬ 
sured  temperature  profiles  are  represented  by  the  dotted  curves  with  a  lower  cut-off  temperature  of 
about  1200  K.  The  temperature  scale  is  from  0  to  2350  K.  The  phase  of  the  experimental  flame 
was  chosen  so  that  the  shape  of  the  experimental  and  theoretical  flame  surfaces  are  about  the  same. 
The  agreement  between  the  measured  and  calculated  temperature  profiles  in  Fig.  lb  is  good,  but 
there  are  differences  of  mote  than  200  K  at  some  locations  that  are  not  apparent  at  the  compressed 


+  Presently  employed  by  Grumman  Corporation,  Space  Station  Program  Support  Division 
Reston,  VA  22090. 


temperature  scale  and  may  be  the  result  of  radiation  loses  and  dissociation  of  products  at  high  tem¬ 
perature. 
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Numerical  solutions  of  the  time  dependent  model  are  visualized  by  means  of  passive 
marker  particles  (See  Fig.  lc).  The  numerical  results  show  counterrotating  vortex  structures  inter¬ 
nal  and  external  to  the  flame  surface  which  interact  and  move  downstream  along  with  bulges  in  the 
flame  sheet.  These  bulges  account  for  one  type  of  flame  flicker.  The  model  also  predicates  another 
type  of  flame  flicker  which  occurs  when  the  outer  vortices  periodically  cut  the  tip  of  the  flame.  The 
predicted  flicker  frequency  of  1 1  to  15  Hz  is  the  same  as  that  measured  experimentally.  When  the 
gravitational  acceleration  is  set  to  zero  in  the  model,  the  outer  structures  disappear  and  the  flame  no 
longer  flickers  (no  bulges).  The  predicted  vortex  structures  bear  close  resemblance  to  those  ob¬ 
served  experimentally  using  the  RMS  laser  sheet-lighting  technique.  However,  the  rate  of  devel¬ 
opment  of  the  observed  and  theoretical  flow  fields  is  different.  These  and  other  differences  are  be¬ 
ing  examined  in  more  detail  at  different  times  in  the  cycle  of  the  flame  motion. 

The  theory  applicable  to  laminar  diffusion  flames  has  been  extended  to  the  turbulent  case  by 
conceptualizing  the  flame  surface  as  wrinkled  and  stretched.  With  this  approach,  the  turbulent 
flame  is  represented  by  an  ensemble  of  stretched  laminar  flamelets.  Takahashi  et  al.,  (Comb  Flame 
48:  85-95,  1982)  have  shown  that  the  transition  from  a  laminar-like  to  a  turbulent  jet  flame  occurs 
for  conditions  where  the  turbulent  fuel  jet  intersects  the  flame  surface.  Visualizations  with  the  RMS 
technique  have  shown  that  the  wrinkled  appearance  of  a  turbulent  jet  flame  occurs  when  small  vor¬ 
tices  with  high  radial  velocities  "collide"  with  the  visible  flame  surface  (Roquemore  et  al.,  Turbu¬ 
lent  Reactive  Flows,  Lecture  Notes  in  Engineering,  40,  49-63, 1989).  If  the  vortices  have  a  suffi¬ 
ciently  high  velocity,  they  can  punch  a  hole  in  the  flame  so  that  the  flame  sheet  is  no  longer  con¬ 
tinuous.  Recent,  experiments  performed  by  T.  H.  Chen  et  al.,  (AIAA-89-0153  and  0156)  have 
provided  quantitative  data  about  the  holes.  The  TFP  method  was  used  to  make  high  speed  radia¬ 
tion  intensity  measurements  along  a  SiC  filament  located  radially  across  a  flame.  Figure  2  shows  a 
time  trace  sequence  of  these  measurements  in  a  turbulent  methane  jet  flame  operating  near  the  flame 
lift-off  condition.  The  pixel  number  is  related  to  the  distance  across  the  flame.  Two  holes  in  the 
flame  surface  are  evident.  Events  of  different  types  were  observed  in  measurements  made  higher 
in  this  flame.  These  events  include:  a  sharp  peak  reminiscent  of  a  thin  flame  sheet  (i.e.,  a  flamelet); 
a  hole  in  the  flame  sheet;  a  thick  flame  region,  or  multiple,  sharp  temperature  peaks.  For  this  dis¬ 
cussion,  when  one  sharp  peak  per  flame  surface  is  observed  the  event  is  identified  as  a  "flamelet". 
A  "hole"  is  said  to  exist  when  no  flame  is  present.  All  other  events  are  specified  as  "other".  The 
probability  that  these  different  events  occur  as  a  function  of  axial  distances  downstream  are  shown 
in  Fig.  3.  It  is  evident  that  the  fraction  of  time  a  simple  flamelet  occurs  decreases  with  down¬ 
stream  distance,  while  the  fraction  of  time  a  hole  occurs  increases  with  distance.  These  data  sug¬ 
gest  that  stretched,  laminar  flamelet  theory  might  be  applicable  for  this  flame  a  large  fraction  of  the 
time  provided  that  provisions  are  made  for  the  flame  to  be  quenched  at  high  strain  rates.  However, 
about  10%  of  a  thin  flamelet  model  could  not  be  used  and  the  hot  zone  appears  to  be  broaden. 
These  data  also  suggest  that  the  formation  of  a  hole  by  the  dynamic  interaction  of  a  vortex  with  a 
reacting  surface  is  analogous  to  the  process  of  unmixedness.  Finally,  it  is  difficult  to  understand 
how  theoretical  descriptions  of  flames  with  intermittent  holes  can  be  fundamentally  correct  if  they 
are  based  on  theories  using  Reynolds  averaging.  Theories  based  on  probability  are  more  funda¬ 
mentally  appealing. 
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Fig.  1.  la  is  a  snapshot  of  a  50/50  propane/nitrogen  mixture  by  mass  with  SiC  filaments 
located  at  four  axial  locations,  lb  is  a  computed  flame  surface  with  theoretical  and 
experimental  temperature  profiles  overlaid,  lc  is  a  theoretical  streakline  plot  of  the 
flame  shown  in  lb. 
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Fig.  2.  Three-dimensional  plot  of  TFP 
results  for  a  near  lifted  methane 
flame. 

Fig.  3.  Probability  of  flameiets,  holes, 
and  other  events  occurring  in  a 
near-lifted  methane  jet  flame. 
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NUMERICAL  INVESTIGATION  OF  TURBULENT  FLAME  SHEETS 
(AFOSR  -  88  -  0052) 


Principal  Investigator:  Professor  Stephen  B.  Pope 


SUMMARY 

In  the  flame-sheet  regime,  a  premixed  turbulent  flame  can  be  viewed  as 
a  surface  that  is  convected,  stretched  and  bent  by  the  turbulence,  and  that 
propagates  at  the  local  laminar  flame  speed  (relative  to  the  fluid).  Many 
of  the  basic  processes  involved  are  poorly  understood.  In  this  study, 
starting  with  material  surfaces,  we  are  using  Direct  Numerical  Simulations 
of  turbulence  to  study  the  behavior  of  surfaces.  The  two  sutdies  that  have 
been  completed  this  year  are  on  the  straining  and  curvature  of  material 
surfaces  in  isotropic  turbulence.  Work  is  in  progress  on  similar  studies 
for  propagating  surfaces. 


TECHNICAL  DISCUSSION 


Introduction 


An  accurate  physical  model  of  a  premixed  flame  (in  the  flame-sheet 
regime)  is  that  combustion  is  confined  to  a  thin  sheet  that  can  be  regarded 
as  a  mathematical  surface.  This  surface  is  convected  by  the  fluid  and 
propagates  normal  to  itself  at  the  (local)  laminar  flame  speed.  Many 
important  questions  related  to  the  nature  and  evolution  of  these  flame 
sheets  are  unanswered,  because  of  inevitable  experimental  difficulties. 

Our  investigation  starts  with  a  simpler  case:  material  surfaces  in 
constant-density  isotropic  turbulence.  While  this  case  does  not  contain 
some  essential  features  of  premixed  combustion,  it  is  a  necessary  starting 
point  for  understanding  the  more  complex  circumstances. 

the  basic  method  employed  is  the  Direct  Numerical  Simulation  (DNS)  of 
homogeneous,  isotropic  turbulence.  Using  a  modified  version  of  Rogallo's 
pseudo-spectral  code,  we  perform  643  and  1  283  simulations,  obtaining  Taylor- 
scale  Reynolds  numbers  up  to  R^  =  93. 

In  addition  to  performing  tne  Eulerian  simulation,  we  track  an 
ensemble  (typically  8,000)  of  infinitesimal  material  area  elements.  Each 
element  has  a  position  X(t),  an  infinitesimal  area  dA(t),  an  orientation 
(N(t)  is  the  unit  normal  to  the  surface),  and  two  principal  curvatures  ki(t) 
and  k2  (t)  (by  convention  ki  >1  )  .  Starting  from  specified  initial 

conditions,  an  exact  set  of  ordinary  differential  equations  (Pope  1988) 
is  solved  to  determine  the  evolution  of  these  surface  properties.  These 
equations  involve  the  fluid  velocity  and  its  first  and  second  spatial 
derivatives  following  the  elements.  These  quantities  are  extracted  from 
the  simulated  turbulence  field  using  the  accurate  cubic-spline 
interpolation  method  developed  by  Yeund  and  Pope  (1988). 
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Fig.  1.  la  is  a  snapshot  of  a  50/50  propane/nitrogen  mixture  by  mass  with  SiC  filaments 
located  at  four  axial  locations,  lb  is  a  computed  flame  surface  with  theoretical  and 
experimental  temperature  profiles  overlaid,  lc  is  a  theoretical  streakline  plot  of  the 
flame  shown  in  lb. 
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Fig.  2.  Three-dimensional  plot  of  TFP 
results  for  a  near  lifted  methane 
flame. 


Fig.  3.  Probability  of  flamelets,  holes, 
and  other  events  occurring  in  a 
near-lifted  methane  jet  flame. 
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These  results,  reported  more  fully  by  Pope,  Yeung  and  Girimaji  (1989) 
are  consistent  with  the  following,  conventional,  picture.  Over  most  of 
the  surface  the  straining  tends  to  stretch  the  surface  and  to  reduce  its 
wrinkling.  But  in  particular  regions  the  surface  is  folded  over,  and 
subsequent  straining  increases  the  curvature  at  the  fold.  The  line  of  the 
fold  is  curved  much  less  than  the  curvature  of  the  fold  itself. 
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F igure  1 :  Probability  densities  of  Kolmogorov-scaled  strains  acting  on 
material  and  fixed  surfaces,  for  the  93  case.  A  a*  (area- 
weighted,  slightly  smoothed) ; ]  i  a*  (unweighted);  a*for  fixed 
surfaces . 


Straining  on  Material  Surfaces 


An  essential  process  in  turbulent  combustion  is  the  increase  of 
surface  area  due  to  turbulent  straining.  For  a  material  surface  we  have, 
s imp ly , 

dA(t)  =  dA ( t )  a(t)  ,  (1) 

where  a(t)  is  the  strain-rate  in  the  tangent  plane  of  the  surface. 

A  material  surface's  area  increases  in  time  because  a(t)  is  predominantly 
positive.  But  this  depends  on  the  preferential  alignment  of  the  surface 
with  the  straining.  For  an  arbitrarily  orientated  surface,  the  strain 
rate  (denoted  by  a(t))  is  zero  in  the  mean. 

A  ^ 

Figure  1  shows  the  pdf  of  a,  f  (a),  compared  with  that  of  a,  f  (a), 
in  a  R^=  93  simulation.  (All  quantities  are  normalized  by  the  Kolmogorov 
microscales.)  It  may  be  seen  that  the  pdf  of  a  is  centered  on  positive 
values.  But,  nevertheless,  there  is  20%  probability  of  negative  (i.e. 
compressive)  straining. 

In  the  tangent  plane  of  the  surface  there  are  two  principal  strains. 
When  normalized  by  the  Kolmogorov  scales,  these  are  denoted  by  S*  and 
S*,  with  the  convention  Sj  >_  S*  .  Figure  2*shows  the  joint  pdf  of  sf 
and  S".  It  may  be  seen  that  plane  strain  (S2  =  0)  is  more  likely  than 
axisymmetric  strain  (S*  =  S2);  but  there  is  a  broad  distribution  without 
a  single  preferred  state. 

A  more  complete  description  of  these  results  is  provided  by  Yeung, 
Girimaji  and  Pope  (1989). 

Curvature  of  Material  Surfaces 


It  is  found  that  after  about  15  Kolmogorov  time  scales,  the  curvature 
adopts  a  statistically-stationary  distribution.  In  terms  of  the  two 
principal  curvatures  (ki  k2)  we  define  the  mean  radius  of  curvature  by 

R  =  (kx2  ♦  k22)~‘  .  (2) 

Figure  3  shows  the  pdf  of  R  (normalized  by  the  Kolmogorov  length  scale  n)  . 
The  mean  value  of  R  is  12n,  and  it  may  be  seen  that  the  distribution 
is  essentially  uniform  for  R  less  than  about  10n.  A  consequence  of 
this  behavior  is  that  the  expectation  of  the  mean  square  curvature 

M  2  J(ki2  +  k22) ,  (3) 

is  inf inite . 

The  shape  of  area  elements  is  characterized  by 

9  2  ks/kJl  ,  (4) 

where  kg  and  k^  are  the  smaller  and  larger  (in  absolute  magnitude)  of 
ki  and  k2 .  The  values  9=1,0  and  -1  represent  spherical,  cylindrical 
and  pseudo-spherical  elements  respectively.  Figure  4  shows  the  joint  pdf 
of  0  and  M.  It  may  be  seen  that  for  moderate  and  large  curvatures  the 
elements  are,  with  high  probability,  cylindrical. 


TIME  DEPENDENT  SIMULATION  OF  TURBULENT 
COMBUSTION 

AFOSR  ISSA  80-0025 

Principal  Investigators:  Howard  R.  Baum  and  Ronald  G.  Rehm 


National  Institute  of  Standards  and  Technology 
Gaithersburg,  MD  20899 


SUMMARY/OVERVIEW : 

A  mathematical  model  for  diffusion  controlled  combustion  in  a  turbulent 
eddy  is  presented.  The  model  is  intended  as  a  computational  "molecule”  to  be 
imbedded  in  larger  scale  reacting  flow  simulations.  It  consists  of  an  exact 
solution  of  the  3-dimensional  Navier  Stokes  equations  for  the  vorticity  field, 
an  equation  for  the  mixture  fraction  incorporating  species  and  energy 
conservation,  and  the  fluid  expansion  representing  the  feedback  from  the  heat 
release.  The  use  of  models  like  this  in  conjunction  with  non-empirical  large 
eddy  simulations  will  lead  to  improved  predictive  capability  for  turbulent 
reacting  flow  systems. 

TECHNICAL  DISCUSSION: 

The  purpose  of  this  work  is  the  development  of  a  mathematical  model  of 
diffusion  controlled  gas  phase  combustion  appropriate  for  use  in  large  eddv 
simulation  of  turbulent  reacting  flows.  The  basic  idea  is  chat  while  the 
large  eddy  simulation  of  necessity  is  highly  dependent  upon  the  geometrical 
and  physical  boundary  conditions  prescribed  by  the  macroscopic  problem  of 
interest,  the  combustion  phenomena  are  influenced  primarily  be  local 
conditions  near  the  fuel/oxidizer  interface.  Thus,  by  focusing  attention  on 
regions  near  the  interface,  a  combustion  model  applicable  to  a  wide  variety  of 
scenarios  can  be  developed.  In  order  to  carry  out  such  a  research  program, 
two  basic  tasks  must  be  accomplished.  First,  the  large  eddy  simulation  must 
be  capable  of  tracking  a  coarse-grained  representation  of  the  interface,  so 
that  a  local  frame  of  reference  for  the  combustion  analysis  can  be 
established.  Second  a  solution  to  the  combustion  problem  containing  the  local 
values  of  the  large  scale  coarse  grained  variables  as  ambient  parameters  must 
be  obtained.  It  is  the  latter  task  which  is  addressed  in  this  research. 

It  is  assumed  that  the  fuel  can  be  divided  into  a  large  number  of 
subgrid  scale  pareals ,  whose  location  can  be  tracked  by  Lagrangian  particle 
methods.  Given  an  analysis  capable  of  yielding  the  heat  release  rate  for  an 
individual  fuel  parcel,  the  composite  heat  release  and  fuel  consumption  rates 
are  the  sum  of  the  locally  computed  rates  over  all  fuel  elements.  In  order  to 
determine  the  rate  of  heat  release  of  an  individual  fuel  parcel,  it  is 
necessary  to  change  the  scale  of  the  analysis  and  consider  in  detail  how  it 
burns . 


The  combustion  process  reach  on  the  scale  of  an  individual  fuel  parcel 
contains  three  essential  ingredients.  First,  the  molecular  mixing  of  fuel  and 
oxidizer  and  consequent  release  of  heat;  second,  a  local  flow  field  on  the 
scale  of  the  fuel  parcel  characteristic  of  turbulence;  finally,  a  mechanism 


Fig.  2:  Contour  plot  of  (area- 
weighted)  joint  pdf  of  Kolmogorov 
scaled  principal  surface  strain 
components  S*  and  S*  from  R. 

93  data. 


Fig.  3:  Area-weighted  pdf  of 
normalized  mean  radius  of 
curvature . 


Fig .  4 :  Counter  plot  of  the 
(unweighted)  joint  pdf  of 
i l  nM*  and  6  . 


measurements  in  turbulent  flames.  A  library  of  such  relationships  is 
currently  being  appended  to  the  model. 
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As  long  as  the  fuel  is  burning  vigorously,  the  above  model  should  prove 
adequate  for  temperature  and  many  major  species.  However,  the  role  played  by 
finite  rate  chemistry  still  needs  to  be  addressed.  Whether  or  not  such 
effects  can  be  accounted  for  in  a  one-dimensional  mixture  fraction  state  space 
(either  transient  or  steady  state)  is  an  unresolved  issue.  A  finite  rate 
isothermal  calculation  based  on  the  present  author's  exact  solution  of  the 
self-similar  "Marble  problem"  has  been  undertaken.  The  goal  is  to  see  the 
extent  to  which  the  solutions  for  the  reactants  in  this  two  dimensional  time 
dependent  problem  can  be  mapped  into  universal  curves  in  the  state  space.  The 
reduced  number  of  variables  and  parameters  for  this  problem  allow  it  to  be 
accurately  solved  using  similarity  variables  in  Lagrangian  coordinates.  The 
outcome  will  provide  guidance  for  the  development  of  more  general  finite  rate 
computations  under  development  with  NIST  funds. 
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whereby  the  flow  is  modified  by  the  combustion  process.  To  address  the  first 
point  we  consider  a  highly  idealized  reaction  in  which  fuel  and  oxidizer  react 
instantly  to  produce  carbon  dioxide  and  water  while  releasing  heat.  We 
further  assume  that  all  species  diffuse  according  to  Fick's  law  with  equal 
dif fusivities ,  and  that  the  Lewis  number  of  the  mixture  is  unity.  These 
assumptions  together  with  the  equation  of  state  allow  all  species  mass 
fractions  and  thermodynamic  variables  to  be  uniquely  related  to  a  single 
mixture  fraction  variable.  This  variable  in  the  fuel  parcel  and  zero 
elsewhere . 

Next,  we  consider  an  appropriate  description  of  the  local  flow  field. 

In  a  frame  of  reference  moving  with  the  large  scale  fluid  motion,  it  is  always 
possible  to  express  the  local  velocity  as  the  sum  of  a  solenoidal  (vortex- 
induced)  flow  and  a  potential  flow.  The  solenoidal  velocity  field  is  assumed 
to  be  a  transient  vortex  stretched  by  an  imposed  strainfield.  This  geometry 
is  known  to  be  characteristic  of  the  velocity  field  in  an  individual  turbulent 
eddy.  In  fact,  it  can  be  shown  that  the  smallest  length  scale  in  this  model 
emerges  naturally  as  the  Kolmogoroff  scale.  The  velocity  field  employed  is  an 
exact  solution  of  the  constant  property  Navier-Stokes  equations. 

Finally,  the  feedback  of  the  energy  release  on  the  local  flow  field  is 
determined  by  the  potential  flow.  The  mass  conservation  equation  relates  the 
potential  field  to  the  local  density  changes.  These  changes,  which  are 
generated  by  the  heat  addition,  lead  to  a  non-linear  relationship  between  the 
velocity  potential  and  the  mixture  fraction.  Thus,  the  final  form  of  the 
combustion  model  is  a  non-linear  three  dimensional  time  dependent  equation  for 
the  mixture  fraction  variable.  The  extraction  of  the  desired  heat  release  and 
fuel  consumption  information  requires  a  solution  of  this  equation  subject  to 
the  initial  condition  stated  above. 

The  solution  to  this  equation  is  performed  in  two  stages.  First,  two 
transformations  of  the  dependent  variable  from  the  mixture  fraction  to  an 
equivalent  quantity,  connected  to  it  by  different  relationships  on  either  side 
of  the  flame  sheet,  reduces  the  original  mixture  fraction  equation  to  a  linear 
diffusion-convection  equation.  This  linear  equation  is  the  generalization  to 
three  dimensions  of  the  constant  property  mixture  fraction  equation  studied 
earlier.  The  second  stage  of  the  solution  involves  transforming  the  linear 
equation  to  a  second  set  of  Lagrangian  independent  variables;  this  one  defined 
by  the  local  solenoidal  velocity  field.  This  transformation  of  the 
independent  variable  largely  eliminates  the  difficulties  posed  by  the  highly 
convoluted  interface  between  fuel  and  oxidizer  generated  by  the  flew  field. 

The  solution  in  Lagrangian  coordinates  is  obtained  using  asymptotic  methods 
based  on  the  assumption  of  large  Reynolds  number,  together  with  a  Fourier 
decomposition  in  terms  of  the  cylindrical  polar  angular  coordinate  normal  to 
the  vortex  direction. 

Once  the  solution  for  the  mixture  fraction  is  known,  the  temperature  and 
major  species  distributions  in  space  and  time  can  be  readily  determined. 

Figure  1  shows  temperatures  in  a  cross-sectional  slice  thru  a  plane 
perpendicular  to  the  vortex  axis  half  way  between  the  center  and  edge  of  an 
originally  spherical  methane  fuel  element.  The  state  relationship  employed  is 
the  curve  denoted  "ideal"  in  figure  2.  Also  shown  are  experimentally 
determined  state  relationships  obtained  by  Prof.  J.  Gore  with  differing 
assumptions  regarding  the  fraction  of  chemical  heat  release  radiated  away  yR . 
Realistic  fuel  effects  are  incorporated  in  the  model  by  replacing  the 
idealized  straight  line  (mixing  only)  relationships  by  those  generated  from 
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SUMMARY/OVERVI EW : 

The  objectives  of  this  research  are  to  develop  accurate  numerical 
methods  for  the  integration  of  the  time-dependent,  multi-dimensional  Navier- 
Stokes  equations  for  a  chemically-reacting  flow  at  high  Reynolds  number  and 
moderate  Damkohler  numbers,  and  to  apply  these  methods  to  analyze  the 
mechanisms  of  flow-combustion  interactions  in  turbulent  reacting  shear  flow. 
We  are  working  on  extending  the  vortex  element  and  the  transport  element 
methods,  which  are  constructed  to  capture  the  large  velocity  and  scalar 
gradients  that  arise  in  these  flows,  to  chemically  reacting  steams. 
Attention  is  focused  on  low  Mach  number  flows  in  which  spatial  pressure 
variations  are  neglected  in  the  thermodynamics.  Effort  is  also  underway  to 
extend  the  formulation  to  higher  Mach  number  flows.  In  the  following,  we 
summarize  some  of  the  results  obtained  during  the  past  year.  Parts  of  the 
numerical  methods  and  some  of  the  results  have  been  described  in  the 
publications  listed  at  the  end  of  the  abstract. 

TECHNICAL  REPORT: 

We  have  applied  the  transport  element  method  [1,2,3]  to  study  the 
effect  of  the  Damkohler  number  on  product  formation  in  a  two-dimensional 
reacting  shear  layer  in  which  the  two  reacting  species  are  initially  flowing 
in  different  streams  at  different  velocities.  Analysis  of  the  results  of 
these  two  dimensional  simulations  was  directed  towards  understanding  the 
structure  of  the  reaction  zone  and  how  the  flow  field  affects  the  mode  of 
combustion  in  this  flow.  Results  of  the  numerical  simulations  reveal  a 
strong  similarity  between  the  time-resolved  spatial  distribution  of  product 
concentration  and  vorticity.  The  proportionality  between  the  product 
concentration,  c,  and  the  local  absolute  value  of  the  vorticity,  w,  depends 
on  the  Damkohler  number,  Da,  and  the  Reynolds  number,  Re,  and  suggests  the 
following  relationship:  c(x,t)  =  f(Da,Re)  w(x,t),  where  x  and  t  are  space 
coordinate  and  time,  respectively,  to  describe  the  products  field.  This 
relationship  may  be  used  as  a  basis  for  turbulent  combustion  closure  models. 

Contour  maps  of  the  numerical  results  show  that  the  product 
concentration  is  highest  at  the  centers  of  the  large  eddies  where  vorticity 
is  highest,  and  it  is  lowest  within  the  braids  between  the  large  eddies 
where  vorticity  is  lowest.  In  an  isothermal  reaction  at  high  Damkohler 
number,  products  form  at  the  outer  edges  of  the  eddies,  within  a  thin 
reaction  zone  (a  flame  sheet),  and  are  then  entrained  into  the  cores  of  the 
eddies  by  the  prevailing  strain  field.  In  a  temperature-dependent  reaction, 
a  similar  mechanism  is  observed  but  with  low  reactivity  between  the  large 
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eddies  due  to  the  cooling  induced  by  the  strain  field  and  high  reactivity  at 
the  centers  of  the  eddies  where  the  temperature  is  highest.  At  lower 
Damkohler  numbers,  the  high  reactivity  zone  moves  closer  to  the  center  of 
the  eddies  and  combustion  takes  place  more  in  a  premixed  combustion  mode  (a 
distributed  combustion  mode  [4,5]).  Similar  observations  were  made  in 
numerical  simulations  of  a  reacting  jet  and  a  sample  of  the  results, 
depicting  the  distributions  of  products,  chemical  reactivity  and  vorticity, 
are  shown  in  Figure  1 . 

The  dynamic  effects  of  heat  release  at  low  Mach  number,  identified  in 
our  previous  work  as  vorticity  generation,  due  to  baroclinic  torque,  and 
local  acceleration,  due  heat  to  release,  were  investigated  for  premixed 
combustion  in  a  shear  layer  configuration  [6,7,8],  Results  show  that  the 
effect  of  density  stratification  is  the.  formation  of  vorticity  which  induces 
a  finite  convective  velocity  in  the  direction  of  the  heavy  stream 
(reactants),  while  transporting  the  center  of  the  large  eddies  into  the 
light  stream  (products)  causing  the  entrainment  into  the  large  eddies  to 
become  biased  towards  the  light  fluid.  Vorticity  generation  did  not  affect 
the  strength  of  the  eddies  or  the  total  rate  of  entrainment.  Volumetric 
expansion,  however,  weakened  the  instability  especially  at  high  Damkohler 
numbers  and  large  combustion  heat  release  requiring  the  introduction  of 
large  initial  perturbation  to  induce  rollup.  The  reason  behind  this 
behavior  is  not  yet  clear  to  us  although  we  suspect  that  the  favorable 
pressure  gradient  associated  with  the  flow  acceleration  may  be  important 
here.  Similar  effects  are  now  being  investigated  in  the  diffusion  flame 
shear  layer  configuration.  (Note  that  the  results  in  Figure  1  were  obtained 
for  compressible  flow  calculations,  i.e.  with  a  finite  density  ratio  between 
the  reactants  and  the  products ) . 

Three-dimensional  simulations  of  shear  layers  are  also  being  extended 
to  a  reacting  compressible  flow.  Results  for  a  non-reacting  flow,  shown  in 
Figure  2,  exhibit  the  interesting  structure  of  the  streamwise  vorticity  in  a 
shear  layer.  Results  show  that  after  the  maturation  of  the  two-dimensional 
instability  and  the  formation  of  the  spanwise  large  vortex  cores,  two 
different  instabilities  are  activated:  (1)  the  translative  instability  which 
leads  to  the  deformation  of  the  core  into/out  of  the  streamwise  and  cross¬ 
stream  directions  and  the  formation  of  streamwise  vorticity  within  the  large 
cores;  and,  (2)  the  braid  instability  which  leads  to  the  formation 
streamwise  vortex  filaments  which  convolute  the  material  surfaces  within  the 
braids  while  they  wrap  around  the  spanwise  cores.  The  entrainment  within 
the  large  eddies  is  enhanced  by  approximately  25%  due  to  the  onset  of  the 
three-dimensional  instability.  We  are  currently  investigating  the  effects 
of  density  stratification  and  heat  release  on  the  shear  layer  structure.  We 
are  also  computing  the  reacting  shear  layer  to  study  the  effects  of  the 
streamwise  vorticity  on  the  proposed  relationship  between  the  instantaneous, 
local  product  concentration  and  vorticity. 
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Figure  1.  The  vorticity,  product  concentration  and  chemical  activity,  shown 
from  the  left  in  this  order,  in  the  field  of  a  two-dimensional  reacting  jet. 
The  Damkohler  is  number  based  on  the  size  of  the  eddies,  the  velocity  ratio 
across  the  jet  and  the  chemical  time  is  3.0.  The  reactants/products  density 
ratio  is  4.0.  The  figures  show  the  right  half  of  the  jet  across  the 
centerline. 


Figure  2.  The  shape  of  the  material  surface  initially  located  at  the  mid 
point  in  a  periodic  shear  layer  at  the  late  stages  of  the  development  of  the 
instability  showing  the  spanwise  core  after  being  deformed  due  to  the 
translative  mode,  and  the  streamwise  vortex  filament  within  the  braids  due 
to  the  core  deformation. 
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SUMMARY 

The  analysis  of  species  concentration  distributions  in  a  non¬ 
reacting  mixing  layer  continued  during  the  current  year.  The  new 
efforts  were  directed  to  improve  the  simulation  of  the  effect  of 
the  splitter  plate  upstream  of  its  edge  and  the  calculation  of  the 
concentration  field  including  the  superposition  of  solutions  for 
more  than  one  vortex. 

The  modelling  of  a  shear  layer  by  an  infinite  row  of  vortices  is 
able  to  explain  the  distortion  of  an  initially  planar  interface 
downstream  of  a  splitter  plate.  However,  the  presence  of  the 
splitter  plate  upstream  of  the  vortices  invalidates  the  symmetry 
of  the  flow  field.  Therefore,  a  numerical  scheme  that  simulates 
the  periodic  birth  of  the  vortical  structures  one  by  one  in  time 
is  being  undertaken  to  model  the  relative  growth  of  the  vortices 
as  they  travel  downstream. 

In  the  previous  calculations  of  the  species  concentration  field, 
only  one  vortex  among  the  infinite  row  of  vortices  was  taken  into 
account  in  the  construction  of  the  solution  by  superposition  of 
the  contributions  corresponding  to  neighboring  material  elements. 
In  order  to  gain  a  better  understanding  of  the  mixing  phenomena  in 
a  broader  flow  domain  it  is  important  to  include  more  than  one 
vortex  in  the  analysis.  This  novel  feature  gives  insight  into  the 
interaction  between  the  vortical  structures  when  molecular 
diffusion  is  taking  place.  The  concentration  field  is  then 
computed  by  an  instantaneous  tracking  of  the  interface  material 
elements  corresponding  to  three  vortices  at  the  present  time.  The 
results  obtained  do  not  differ  significantly  from  those  obtained 
using  the  single  vortex,  generalized  to  more  than  one  vortex,  as 
it  is  shown  in  Fig.  1,  for  the  instantaneous  species  concentration 
contours  corresponding  to  three  vortices.  However,  since  a  more 
realistic  calculation  relies  on  the  previous  knowledge  of  the 
shape  of  the  interface,  this  problem  is  strongly  coupled  with  the 
definition  of  the  velocity  field.  Because  of  this,  the 
development  of  a  solution  for  the  effect  of  the  splitter  plate 
will  also  determine  the  behavior  of  the  concentration  profiles. 

The  nonlinear  analysis  of  entrainment  and  mixing  in  the  field  of 
pairing  and  merging  vortical  structures  has  continued  during  this 
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reporting  period  and  is  expected  to  provide  useful  information  on 
entrainment  rates  in  a  developing  vortical  flow  such  as  a  mixing 
layer.  The  effort  has  been  and  will  be  concentrated  on  the 
calculation  of  streamlines  and  pathlines  during  the  evolution  of 
the  flow  field  from  its  initial  configuration  as  a  vortex  sheet  to 
the  final  configuration  consisting  of  two  or  more  rolled-up  and 
merged  vortex  structures.  Realize  that  because  of  the  unsteady 
character  of  the  flow,  it  is  difficult  to  characterize  the  flow 
pattern  by  using  streamlines  alone  and  therefore,  the  information 
from  these  as  well  as  the  other  flowlines  are  required.  Figure  2 
shows  the  development  of  the  streamlines  for  a  case  in  which  a 
vortex  sheet  evolves  into  two  vortical  structures  which  eventually 
pair.  In  addition  to  this,  the  diffusion  of  a  passive  scalar  is 
Calculated  using  a  finite-difference  approach  with  the  .velocity 
field  obtained  from  the  vortex-dynamic  calculation.  The  effect  of 
the  pairing  and  merging  process  on  the  molecular  diffusion  process 
can  thus  be  understood.  The  pdf  analysis  of  the  mixing  process 
will  continue  during  this  year  in  order  to  investigate  the 
existence  or  not  of  a  preferential  entrainment  rate  from  the  high 
speed  stream.  We  have  observed  a  characteristic  antisymmetry  of 
the  entrainment  rates  and  of  the  mixing  process  when  looking  at 
the  temporal  evolution  of  the  layer  without  the  effect  of  the 
downstream  evolution.  Some  of  our  attention  during  this  year  will 
be  focused  on  obtaining  some  estimates  of  the  entrainment  and 
mixing  characteristics,  in  particular  concerning  the  mixing  bias, 
when  the  spacial  evolution  as  well  as  the  temporal  one  is 
considered.  Figure  3  shows  the  nonlinear  evolution  of  four 
vortical  structures,  with  the  two  on  the  right  (downstream) 
pairing  before  the  two  on  the  left  (upstream) . 
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Figure  1.  Caption  on  the  next  page. 
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Figure  3.  Nonlinear  evolution  of  four  vortical  structures 
with  induced  sequential  pairing  by  the  first  subharmonic. 
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USAF  Academy,  Colorado  80840-6528 

Condensed  phase  Kinetic  Deuterium  Isotope  Effect  (KDIE)  investigations  conducted  with 
HMX  and  its  HMX^dg  deutrium  labeled  analog  during  their  ambient  pressure 
decomposition  process,  selectively  defines  the  mechanistic  feature  that  controls  its  rate  of 
energy  release,1*3  and  further  reveals  a  varying  mechanistic  dependence  upon  HMX’s 
physical  state.1*3  Additional  KDIE  investigations  conducted  during  progressively  more 
drastic  exothermic  HMX  incidents  like  pyrolytic  decomposition /deflagration,1'3 
combustion,3  thermal  explosion1,  and  detonation,2  display  a  common  thread  for  comparing 
the  mechanistic  similarities  and  differences  that  promote  or  generate  these  high  energy 
incidents.4  While  a  review  of  the  KDIE  investigations  conducted  with  HMX  provides  the 
most  complete  description  of  these  high  energy  incidents,  condensed  phase  KDIE 
investigations  with  the  TNT/TNT-d35*  ®,  TATB/TATB-d8,7  and  RDX/RDX-de2* 8 
systems  also  display  rate-controlling  mechanistic  data  in  decomposition  which  correlates 
with  key  mechanistic  features  in  combustion,8  thermal  explosion7  and  detonation2)  5> 6 
events.  When  reviewed  in  total,  these  KDIE  investigations  produce  several  new  insights 
potentially  important  for  elucidating  the  critical  combustion  behavior  of  energetic 
materials: 


a.  An  energetic  material’s  rate-controlling  mechanistic  feature  can  change  as  its 
physical  state  is  altered. 

b.  Rate-controlling  mechanistic  features  found  during  an  energetic  material’s 
decomposition  process  also  can  be  present  in  its  high  pressure  combustion  event. 

c.  An  energetic  material’s  combustion  event  can  display  a  substantial  degree  of 
kinetic  control  where  its  inherent  optimized  burn  rate  probably  can  be  modified  or  tailored 
only  by  chemically  altering  its  rate-controlling  mechanistic  feature. 

d.  An  energetic  material’s  rate-controlling  mechanistic  feature  may  come  from  a 
specific  chemical  reaction  step  in  the  combustion  event’s  condensed  phase 
decomposition/deflagration  process  which  then  feeds  low  molecular  weight  products  to  the 
gaseous  flame  oxidation  process. 

e.  The  rate-controlling  mechanistic  feature  that  determines  a  pure  energetic 
materials’s  burn  rate,  can  be  the  same  as  that  which  controls  a  propellant  formulation’s 
burn  rate. 

f.  Computational  modeling  development  must  be  extended  into  condensed  phase 
combustion  processes  in  order  to  produce  a  reliable  computer  code  which  fully  characterizes 
solid  propellant  behavior  and  accurately  predicts  its  performance. 

Conventional  energetic  materials  associated  with  solid  propellants  and  explosives  can 
release  their  stored  chemical  energy  through  different  types  of  exothermic  incidents.  These 
range  from  the  mild  ambient  pressure  decomposition  process  to  the  more  rapid  pyrolytic 
decomposition/deflagration  process  and  into  the  progressively  more  hostile  higher 
pressure/temperature  events  represented  by  combustion,  thermal  explosion,  and 


detonation.  Since  these  latter  three  events  must  convert  solid  energetic  materials  to 
gaseous  products,  the  decomposition/deflagration  process  must  play  a  role  in  these  high 
energy  phenomena.  Combustion  scientists  have  long  sought  to  understand  the  combustion 
event  from  two  major  perspectives.  First,  theoretical  computational  researchers  seek  to 
accurately  model  the  combustion  characteristics  of  an  energetic  material  or  propellant 
formulation  in  order  to  develop  computer  codes  that  correctly  predict  propulsion 
performance.  Secondly,  experimental  researchers  attempt  to  characterize  and  quantify 
combustion  behavior  in  order  to  control  propellant  burn  rates  and  tailor  these  burn  rates 
for  specific  propulsion  applications.  In  both  cases,  a  more  thorough  understanding  of  the 
rate-controlling  mechanistic  features  inherent  to  the  combustion  event’s  behavior  and  its 
resultant  burn  rate  is  needed,  both  in  pure  energetic  materials  and  propellant  formulations 
based  upon  them.  An  energetic  material’s  chemical  structure,  resultant  physical  properties 
and  physical  state  can  affect  its  mechanistic  behavior  in  terms  of  reactivity  and  kinetics; 
this  presentation  reviews  recent  experimental  chemical  investigations  that  provide  new 
mechanistic  insights  relevant  to  a  more  detailed  conceptual  description  of  the  combustion 
event.  Condensed  phase  Kinetic  Deuterium  Isotope  Effect  (KDIE)  investigation  provides 
these  new  mechanistic  insights  when  the  KDIE  is  applied  to  the  energetic  materials  like 
HMX  and  RDX. 

The  KDIE  results  from  a  difference  in  zero  point  vibrational  energy  between  a  compound’s 
carbon— hydrogen  (C— H)  bond  and  its  stronger  analogously  labeled  carbon-deuterium 
(C— D)  chemical  bond  as  illustrated  with  the  HMX  and  HMX— dg  chemical  structures 
(Figure  1).  These  dissimilar  bond  energies  cause  reaction  rate  differences  between  the  two 
compounds,  providing  the  C— H/C-D  bond,  or  one  in  its  near  vicinity,  ruptures  in  the 
slowest  chemical  reaction  occurring  during  the  complex  high  energy  process  or  event. 
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Figure  1 

This  slowest  rate-controlling  mechanistic  chemical  reaction  or  reaction  step  is  not 
necessarily  the  first  one  to  occur  along  a  reaction  pathway,  but  in  some  cases,  can  be  the 
first  step.  Because  this  rate-controlling  reaction  step  happens  during  the  slowest  chemical 
reaction  occurring  among  many,  this  mechanistic  feature  provides  the  kinetic  control  which 
ultimately  determines  the  overall  rate  of  a  high  energy  incident.  The  first  application  of 
the  condensed  phase  KDIE  with  an  energetic  material  involved  an  ambient  pressure 
decomposition  investigation  of  liquid  TNT  and  its  TNT— d3  analog  (Figure  2)  using 
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isothermal  differential  scanning  calorimetry  (IDSC).5  Rupture  of  the  methyl  group’s  C-H 
bond  proved  to  be  the  mechanistic  rate-controlling  feature;  but  just  as  importantly,  this 
KDIE  investigation  revealed  the  rate— controlling  C-H  bond  rupture  resulted  from  a 
chemical  reaction  occurring  only  to  a  minor  extent  during  in  the  very  early  stage  of  the 
entire  decomposition  process. 


Figure  2 

The  overall  autocatalytic  decomposition  process’s  rate  for  TNT  is  controlled  by  the  rate  at 
which  C— H  bond  rupture  occurs  with  a  small  concentration  of  TNT  molecules  in  the  bulk 
sample  during  the  decomposition’s  induction  period  (Figure  3)  to  form  a  catalytic  material. 
This  chemical  reaction  occurs  only  to  a  limited  extent,  but  provides  a  threshold 
concentration  of  catalyst  which  in  turn  promotes  the  exothermic  autocatalytic  TNT 
decomposition.  The  most  prominent  or  obvious  chemical  reactions  of  an  exothermic 
process,  therefore,  may  not  be  those  that  actually  control  it,  but  instead,  the 
rate-controlling  mechanistic  feature  may  come  from  a  reaction  which  proceeds  to  a  very 
low  degree  and  with  no  measurable  heat  evolution.  A  similar  KDIE  study  of  solid  TATB 
and  TATB-de  (Figure  2)  using  IDSC  analysis  also  displayed  a  rate— controlling  feature 
wherein  N— H  bond  rupture  kinetically  controlled  its  overall  decomposition  process  in  an 
early  stage.7 


i  THERMOCHEMICAL  DECOMPOSITION  OF  LIQUID  TNT  S  TNT-Dj 

CH3  CD3 


Figure  3 
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Because  of  its  chemical  structure,  three  different  types  of  KDIE  potentially  could  result 
from  HMX,  and  each  would  represent  a  different  rate-controlling  feature  (Figure  4).  A 
KDIE  investigation  of  HMX  and  HMX— dg  by  IDSC  analysis  also  revealed  an  early 
rate— controlling  mechanistic  feature  in  its  overall  decomposition  process  during  the 
induction  period.1  Three  dissimilar  KDIE  values  actually  were  found  during  the  entire 
HMX  decomposition,  and  each  occurred  in  a  different  physical  state  (Figure  5).1 


«•» 
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Figure  4 

The  early  induction  periods  revealed  a  primary  (1°)  KDIE  indicating  C— H  bond  rupture 
controls  solid  state  HMX  decomposition,  while  a  2°  KDIE  revealed  that  ring  C-N  bond 
rupture  controls  liquid  state  decomposition.  The  short  lived  mixed  melt  phase  afforded  an 
apparent  inverse  KDIE  suggesting  that  a  thermal  weakening  of  the  intermolecular  crystal 
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Figure  5 
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lattice  forces  constitutes  its  rate-controlling  feature.  These  results  show  the  HMX 
decomposition  is  not  a  single  mechanistic  pathway  with  one  rate-controlling  step;  rather, 
it  is  a  process  consisting  of  at  least  three  different  rate-controlling  mechanistic  features 
that  each  are  dependent  upon  one  predominant  HMX  physical  state. 1  Several  other  KDIE 
investigations  with  more  hostile  energetic  incidents  support  this  conclusion.  A  solid  state 
pyrolytic  decomposition/deflagration  study  produced  a  1°  KDIE  indicating  C— H  bond 
rupture  to  be  this  process’s  rate-controlling  step.1  The  first  KDIE  investigation  of 
energetic  material  sensitivity  involved  the  thermal  explosion  event  and  permits  correlation 
an  energetic  material’s  critical  temperature  to  IDSC  determined  condensed  phase  KDIE 
values.7  A  comparison  of  HMX  and  HMX-dg  critical  temperatures  determined  tom 
thermal  explosion  revealed  an  inverse  KDIE.  This  would  mean  the  HMX  thermal 
explosion  event  occurs  primarily  in  the  HMX  mixed  melt  phase  where  the  controlling 
mechanistic  feature  depends  upon  the  rate  at  which  the  intermolecular  crystal  lattice  forces 
are  weakened  by  thermal  activation.1  A  KDIE  investigation  of  HMX  and  HMX— dg  in  the 
most  hostile  high  energy  event  of  all,  detonation,  showed  HMX— dg  required  a  slightly 
higher  impact  velocity  than  unlabeled  HMX  when  an  exploding  foil  initiation  method  is 
used.2  This  small  positive  (1°  or  2°)  KDIE  demonstrates  that  like  the  HMX  pyrolytic 
decomposition/deflagration  process  and  the  thermal  explosion  event,  condensed  phase 
mechanistic  features  could  control  the  rate  at  which  a  chemical  reaction  process  promotes 
or  generates  this  detonation  event.  The  indirect  nature  of  this  detonation  KDIE  does  not 
allow  quantitative  differentiation  between  solid  state  C— H  bond  rupture  (1°  KDIE)  or 
liquid  state  C— N  bond  cleavage  (2°  KDIE)  as  being  the  possible  rate-controlling  feature. 
However,  recent  high  pressure  diamond  anvil  cell/FTIR  HMX  decomposition  experiments 
in  the  GPa  pressure  range9,  showed  HMX  remains  in  the  solid  state  at  such  extreme 
pressures;  this  result,  therefore,  might  favor  the  1°  KDIE  solid  state  C— H  bond  rupture  as 
being  the  detonation  event’s  rate-controlling  mechanistic  feature. 4a  This  could  mean  the 
HMX  pyrolytic  decomposition/deflagration  process  and  detonation  event  both  possess  some 
kinetic  control  from  solid  state  C— H  bond  rupture,  and  that  only  the  thermally  activated 
thermal  explosion  event  proceeds  by  a  different  mechanistic  rate— controlling  feature 
operating  in  the  HMX  mixed  melt  phase.  Thus,  the  kinetically  controlled  mechanistic 
features  found  during  ambient  pressure  decomposition  can  mirror  those  energetic  events 
found  in  more  drastic  high  energy  events  like  thermal  explosion  and  detonation;  but  is 
there  a  correlation  with  the  combustion  event? 

The  high  energy  combustion  event  falls  in  a  temperature/pressure/ time  regime  between  the 
pyrolytic  decomposition/deflagration  process  and  the  thermal  explosion  event. 
Combustion  undoubtedly  is  a  very  complex  phenomenon  involving  both  chemical  and 
physical  interactive  processes  proceeding  among  various  condensed  and  gaseous  physical 
states.  All  three  HMX  condensed  phase  states  (solid,  mixed  melt,  liquid)  could  be  present 
during  combustion,  and  the  far  more  extensively  studied  gas  phase  flame  portion  is 
represented  with  several  flame  stages  and  reaction  zones.10’12  In  order  to  discuss  the 
combustion  event’s  rate— controlling  mechanistic  features  for  comparison  to  those  processes 
and  events  already  addressed,  the  combustion  event  is  viewed  as  consisting  of  two  major 
portions:  (1)  a  condensed  phase  decomposition/deflagration  process  for  producing  the 
gaseous  species  found  in  the  second  process,  (2)  the  gaseous  flame  oxidation  process  which 
produces  the  final  combustion  products  (Figure  6). 3  Each  process  considered  separately, 
would  have  its  own  rate-controlling  mechanistic  step;  but,  of  the  two,  one  logically  would 
occur  more  slowly. 
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Figure  6 


This  slower  rate-controlling  feature  ultimately  would  determine  the  HMX  burn  rate.  High 
pressure  window  bomb  combustion  (3.6—10.4  MPa)  of  cylindrical  pressed  HMX  and 
HMX— dg  pellets  produced  significant  KDIE  values  from  comparative  burn  rates;  this 
verifies  a  substantial  degree  of  kinetic  control  for  this  event  (Table  l).3 


Table  I.  HMX/HMX-dg  Combustion  KDIE  Values. 


500  psig 

Temperature  (3.55  MPA) 


1000  psig  1500  psig 

(&M  MPa)  ( 10.4  MPa) 


Expl  (553K)13  1.37  ±0.22 

Std  (298K)  3.26 


1.60  ±0.16 
3.80 


1.24  ±0.20 
2.95 


The  KDIE  magnitudes  reveal  an  apparent  1°  KDIE  at  3.55  and  6.99  MPa  pressures;  the 
value  at  10.4  MPa  at  first  glance  appears  low  for  a  1°  KDIE,  but  is  within  the 
experimentally  accepted  minimum  1°  KDIE  of  1.35 14  at  a  95%  confidence  level  statistical 
variation.  The  possibility  the  KDIE  at  10.4  MPa  represents  a  very  large  2°  KDIE  and  a 
resultant  mechanistic  change  to  a  different  rate-controlling  step,  is  not  discarded; 3a  but, 
when  the  experimental  KDIE  values  are  mathematically  extrapolated  to  standard 
temperature,13  a  1°  KDIE  remains  plausible  when  one  considers  the  maximum  2°  KDIE  at 
standard  temperatures  theoretically  would  be  1.74  squared  or  3.03. 15  The  1°  KDIE  reveals 
that  ultimately,  C— H  bond  rupture  kinetically  controls  the  global  HMX  burning  rate  to  a 
very  large  degree.  When  compared  to  the  KDIE  results  of  HMX’s  atmospheric  pressure 
decomposition  and  pyrolytic  decomposition/deflagration  processes,  the  1°  KDIE 
combustion  value  suggests  this  rate-controlling  C-H  bond  rupture  may  occur  in  the  solid 
state  decomposition/deflagration  process  of  the  combustion  event.  While  the  gas  phase 
flame  oxidation  process  could  have  its  own  kinetically  controlled  mechanistic  feature,  past 
studies  with  HMX  and  RDX  decomposition  in  different  physical  states  within  a  similar 
temperature  range,  show  an  increase  of  rate  as  one  proceeds  from  the  solid  to  liquid  to 
gaseous  states.18  It  is,  therefore,  quite  possible  that  the  observed  kinetic  rate-controlling 
C-H  bond  rupture  occurs  most  slowly  in  the  solid  state  and  that  condensed  phase  kinetics 
ultimately  exercise  substantial  mechanistic  control  over  the  global  HMX  burn  rate.3 
Condensed  phase  HMX  burn  rate  control  also  has  been  postulated  recently  from  other 
experimental  findings.17  KDIE  investigations  of  RDX  and  RDX-^dj  by  thermogrametric 
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analysis  (TGA)2  and  IDSC8  show  a  1°  KDIE  for  RDX  decomposition  as  does  a  KDIE 
investigation  of  the  RDX  combustion  event  (Table  II).8 

Table  II.  RDX  Decomposition  and  Combustion  KDIE  Values 

Decomposition  1.50  (TGA)2  1.74  ±  0.17  (IDSC)8 

500  psig  f3.55  MPa)8  100°  psig  f6.99  MPa)8 

Combustion  1.37  ±  0.16  1.46  ±  0.23 

Values  reported  to  the  95%  confidence  level 


This  could  suggest  RDX’s  burn  rate  may  also  be  determined  from  a  rate— controlling 
kinetic  C— H  bond  rupture  in  one  of  its  condensed  phases  (solid  or  liquid). 


Recently,  the  first  KDIE  formulated  nitramine  propellant  investigations  conducted  in  a 
high  pressure  window  bomb  at  6.99  MPa,  show  the  same  rate— controlling  mechanistic  step 
as  that  observed  for  their  pure  HMX  and  RDX  compounds  (Table  III).18 


Table  III. 

HMX  and  RDX  Propellant  Formulation  Combustion  KDIE  Values 

TemD  (K) 

Pure  ComDd 

KDIE 

Propellant 

KDIE 

Expl  (553) 13 

Std  (Calc) 

HMX 

1.30  ±  0.05 

3.09 

HMX/CW5 

1.29  ±0.09 
3.07 

Expl  (673) 12 

RDX 

1.31  ±0.04 

RDX/CW5 

1.24  ±  0.05 

Std  (Calc) 

3.73 

3.53 

Maximum  theoretical  2°  KDIE  (298K)  is  (1.74)2  =  3.0315 
Values  reported  to  the  95%  confidence  level 


While  the  KDIE  values  fall  slightly  below  the  1.35  high  temperature  experimental 
minimum  for  a  1°  KDIE,14  their  statistical  variation  places  them  within  the  same  1°  KDIE 
95%  confidence  level  range  as  those  illustrated  in  Tables  I  and  II.  They  also  do  exceed  the 
upper  theoretical  value  lor  a  standard  temperature  2°  KDIE,15  a  magnitude  that  is  rarely 
observed.  At  any  rate,  it  is  clear  that  both  the  pure  HMX  and  RDX  have  the  same  type  of 
KDIE  as  their  respective  formulated  propellants  and  are,  therefore,  kinetically  controlled 
by  the  same  rate-determining  step. 

This  presentation  does  not  imply  that  either  physical  heat  feed  back  mechanisms  nor  the 
chemical  reactions  and  species  in  the  gas  phase  flame  oxidation  process  are  unimportant. 
Optimization  of  heat  back  is  a  neccessary  consideration  for  achieving  the  maximum 
inherent  HMX  bum  rate  with  a  properly  designed  combustion  chamber  and  flow  field 
pattern.  The  observance,  however,  of  a  large  KDIE  in  the  HMX  combustion  event  signifies 
substantial  kinetic  control  for  the  HMX  burn  rate.  This  verifies  that  even  if  the  inherent 
HMX  burn  rate  is  optimized  by  physical  design,  further  modification  or  tailoring  of  the 
pure  HMX  burn  rate  or  that  of  HMX  based  propellant  formulations,  ultimately  must  be 
achieved  by  chemically  altering  the  kinetically  driven,  rate-controlling  C-H  bond  rupture, 
possibly  in  the  solid  state  decomposition/deflagration  portion  of  the  combustion  event. 
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Understanding  the  gas  phase  flame  properties  and  mechanism  in  combustion  is  also 
necessary;  however,  because  the  combustion  event  is  comprised  of  both  condensed  phase 
and  gas  phase  chemical  processes,  the  mechanism  of  each  must  be  elucidated  and  their 
interactive  nature  determined.  Presently,  little  experimental  investigation  and  almost  no 
theoretical  computational  modeling  address  the  condensed  phase  process,  while  both 
experimental  and  theoretical  investigations  for  the  gas  phase  process  abound.  The  KDIE 
results  achieved  especially  by  HMX,  strongly  suggest  mechanistic  condensed  phase 
combustion  characteristics  can  no  longer  be  ignored,  and  that  only  by  understanding  the 
mechanistic  features  of  both  the  condensed  and  gas  phase  chemical  processes  for  a  given 
energetic  material,  will  adequate  computational  codes  be  developed  and  precise  burn  rate 
tailoring  be  achieved.19  Furthermore,  the  KDIE  investigations  described  strongly  suggest 
mechanistic  rate— controlling  features  can  be  dependent  on  an  energetic  material’s  different 
physical  states,  and  that  these  different  physical  states  and  their  resultant  rate-controlling 
mechanistic  feature,  might  be  the  same  in  both  decomposition  and  combustion.  This 
would  permit  the  careful  extrapolation  of  mechanistic  data  gained  in  ambient  pressure 
decomposition  as  a  guide  for  conducting  further  mechanistic  combustion  studies,  a 
viewpoint  also  determined  from  an  investigation  of  polynitroaliphatic  energetic  materials.20 
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SUMMARY/OVERVIEW: 

The  chemical  and  physical  description  of  the  condensed  phase  as  it 
transits  to  the  gas  phase  at  high  heating  rates  is  a  frontier  area  of  research 
on  energetic  materials  experiencing  combustion  or  explosion.  Rapid-scan 
FTIR/temperature  profiling  techniques  have  been  developed  and  are  being 
employed  to  cast  light  on  these  problems.  The  goal  is  to  determine  the 
thermochemical  changes  taking  place  in  the  condensed  phase  simultaneously  with 
the  observation  of  the  near  surface  gas  products  evolved  so  that  (1)  the 
physicochemical  mechanisms  of  decomposition  at  high  heating  rates  can  be 
established,  and  (2)  the  near  surface  gas  products  that  drive  the  flame  can  be 
determined  as  a  function  of  the  parent  molecular  structure.  This  level  of 
understanding  is  input  necessary  for  three-dimensional  combustion  modeling. 

TECHNICAL  DISCUSSION 

During  this  year  significant  progress  has  been  made  toward  developing  a 
new  technique  to  give  insight  into  chemistry  along  the  thermal  wave  in  a  fast- 
heated  material.  By  measuring  the  time-to-exotherm  in  fast-heated  materials, 
we  have  we  have  found  that,  at  temperatures  well  above  the  normal  decomposition 
temperature,  the  apparent  activation  energy  to  the  exotherm  is  dominated  by  the 
rate  of  heat  flow  rather  than  the  rates  of  the  chemical  reactions.  Thus,  the 
apparent  activation  energy  decreases  with  increasing  temperature  and  is 
smallest  at  the  burning  surface.  With  the  FTIR/temperature  profiling 
technique,  we  are  also  able  to  measure  the  gas  products  at  various  temperatures 
in  near  real-time.  By  investigating  various  energetic  materials  having  the 
most  important  energetic  functional  groups:  nitramines,  nitrate  esters,  C-NO2, 
azides,  tetrazoles,  perchlorate,  etc.,  we  are  attempting  to  attach  chemical 
events  to  the  behavior  of  the  thermal  wave. 

The  Approach,  Progress  and  Future  Plans  figures  shown  here  pictorially 
summarize  the  main  points  of  this  aspect  of  the  research  this  year.  In 
addition  to  studies  of  the  heat  flow/chemistry  interface  mentioned  above,  a 
detailed  study  of  the  decoraposition-to-deflagration  transition  in 
trinitromethyl  compounds  has  been  completed.  Studies  of  highly  overoxidized 
compounds  containing  both  the  trinitromethyl  group  and  the  nitramine  group  have 
been  conducted.  A  new  experimental  method  in  which  simultaneous  mass  and 
temperature  change  (SMATCH/FTIR)  is  conducted  while  recording  the  FTIR  spectra 
has  been  developed  and  is  beginning  to  be  applied  to  the  fast  thermolysis  of 
binders  and  energetic  polymers. 


RELATIVE  %  COMPOSITION 


108 


AIR  FORCE  BASIC  RESEARCH 
Approach 

Originality:  The  first  simultaneous  thermocouple  measurements  of 
time-to-exotherms  and  real-time  FTIR  spectra  of  the 
near  surface  gas  products  at  high  heating  rates. 


TIME  (SEC.) 


Contribution:  Provides  a  depth  (or  temperature)  profile  in  the  condensed 
phase  of  the  apparent  activation  energy  revealing  the 
combined  contribution  of  heat  flow  and  chemical  processes 
during  the  combustion  (or  explosion)  of  an  energetic  material. 


TEMPERATURE  (°C) 
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AIR  FORCE  BASIC  RESEARCH 


Progress 


The  apparent  activation  energy  of  the  exotherm  for  the  condensed  phase 
(ignition  delay)  differs  along  the  thermal  wave  because  it  reflects  the  sum 
of  the  heat  flow  and  chemical  rate  terms.  An  apparent  activation  energy 
profile  as  a  function  of  distance  beneath  the  surface  is  shown. 


DISTANCE  FROM  BURNING 
SURFACE,  uM 


Near  the  surface  the  contribution  of  heat  flow  dominates  the  experimental 
apparent  activation  energy,  while  farther  from  the  surface  the  contribution 
of  chemical  processes  to  Ea  dominates  because  T  Is  lower. 


AIR  FORCE  BASIC  RESEARCH 


Extend  the  study  to  decomposition  mechanisms  of  new  ca 
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SUMMARY/OVERVIEW: 

This  study  is  part  of  a  comprehensive  investigation  of  the  structure  and  chemical 
mechanism  of  gas  phase  flame  reactions  above  the  surface  of  nitramine  propellants  in 
order  to  assist  modeling  the  overall  combustion  behavior  of  the  propellant.  We  have 
previously  reported  on  the  measurement  of  the  composition  and  temperature  of  stable 
and  unstable  species  in  CH4/N02/02  and  CH20/N02/02  laminar  premixed  flat  flames. 
The  discussion  below  summarises  our  most  recent  results,  including  flame  data  for 
CH4/N20  and  CH20/N20  flames.  Research  which  is  proposed  for  the  next  year  will 
focus  on  developing  a  consistent  reaction  mechanism  for  all  of  these  fuel/NOx  flames 
and  will  consider  the  effects  of  additives  to  increase  flame  burning  velocities. 

TECHNICAL  DISCUSSION: 

Flames  were  stabilized  on  a  2  cm  by  8  cm  burner  housed  in  an  evacuated 
chamber  maintained  at  a  pressure  of  50  torr.  Flame  measurements  were  made  of  the 
concentration  of  stable  species  by  a  sampling  microprobe  and  gas  chromatographic  gas 
analysis.  Measurements  of  the  concentration  of  unstable  species  was  made  by  laser 
induced  fluorescence  and  laser  absorption  using  an  excimer  pumped  dye  laser  system. 
Temperature  was  measured  by  a  radiation  corrected  BeO/Y203  coated  Pt-Pt/13%Rh 
thermocouple  and  compared  to  rotational  temperature  measurements.  The  accuracy  of 
the  stable  species  measurements  was  approximately  8%.  the  accuracy  of  the  tempera¬ 
ture  measurements  was  about  3%  and  the  accuracy  of  the  unstable  species  measure¬ 
ments  was  estimated  to  be  20%. 

Composition  profiles  for  stable  and  unstable  species  measured  in  near  stoichiom¬ 
etric  flames  of  CH4  with  N20  and  of  CH20  with  N20  are  given  in  Figures  1  and  2 
respectively.  Although  a  complete  reaction  mechanism  for  these  flames  is  not  yet 
available,  any  such  mechanism  should  account  for  the  overall  trends  in  the  data  rep¬ 
resented  in  these  results.  In  our  efforts  to  develop  such  a  mechanism,  we  have 
relied  heavily  on  several  recent  related  studies  and  reviews. 

These  flames  demonstrate  that  N20  is  a  much  more  effective  oxidizer  than  was 
N02  in  our  earlier  investigation.  In  the  earlier  study  it  was  necessary  to  add  02  in 
order  to  produce  flames  that  were  sufficiently  stable  that  measurements  could  be 
made.  In  addition,  NOz  was  only  partially  consumed  in  the  earlier  flames  whereas 
in  this  investigation,  the  N20  is  completely  reacted.  Another  significant  difference 
between  these  results  with  N20  and  the  results  with  N02  is  that  N2  is  formed  in 
both  the  CH4  and  the  CH20  flame  due  to  the  reaction 

N20  +  H  -  N2  +  OH 


In  the  flames  with  N02  as  oxidizer  it  was  shown  that  CH  was  needed  to  form  N2  so 
that  little  N2  was  found  in  the  CH20  flames.  Miller  and  Bowman  have  suggested 
that  the  reaction  between  N20  and  H  can  also  have  a  seven  percent  yield  of  NO  and 
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NH.  This  could  account  for  the  observed  formation  of  NO  in  Figures  1  and  2. 

Many  differences  between  the  CH4  and  CH20  flames  with  N20  are  similar  to 
differences  between  CH4  and  CH20  flames  with  N02.  More  CO  and  H2  are  formed 
in  the  CH20  flames  due  to  the  reactions 

CH20  +  H  -  CHO  +  H2 
CHO  +  H  -  CO  +  H2 

In  the  CH4  flames  the  H2  concentration  was  below  the  detection  limit  of  the  gas 
chromatograph  and  the  CO  maximum  is  about  one  fourth  the  CO  maximum  in  the 
CH20  flame. 

The  radical  species  profiles  are  given  only  for  the  CH,/N20  flame  where  CH, 
NH,  CN  and  OH  were  measured.  The  CH  is  formed  by  successive  H  abstraction 
from  CH4  and  CN  is  formed  as  a  consequence  of  reaction  between  CH  and  NO. 
Since  CHO  does  not  lead  to  the  formation  of  CH.  the  formaldehyde  flames  do  not 
yield  CH.  We  have  identified  OH  in  both  flames  but  those  measurements  are  not  yet 
quantitative. 

In  conclusion,  we  have  made  new  measurements  which  can  supplement  the  lim¬ 
ited  existing  data  on  CH4/N20  flames  and  which  represent  the  first  data  on 
CH20/N20  flames.  These  data  are  now  being  used  in  detailed  flame  chemistry  mod¬ 
eling  to  develop  a  complete  reaction  mechanism  for  the  complete  set  of  fuel/NOx 
flames  we  have  investigated.  Future  studies  will  include  the  measurement  of  flame 
velocities  of  fuel/NOx  mixtures  and  the  influence  of  additives  such  as  ammonia  on 
the  burning  velocity  of  the  flames.  Nitric  oxide  is  a  significant  product  of  flames 
with  N02  and  ammonia  is  known  to  reduce  nitric  oxide  exothermically. 
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Figure  I.  Measured  concentration  profiles  in  a  CH«/NjO  laminar  premixed  flame  at 
50  torr.  The  reactant  mole  fractions  are  0.21  CH«  and  0.79  N,0  and  the  total 
flowrate  is  2.18  standard  liters  per  minute. 
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Figure  2.  Measured  concentration  profiles  in  a  CH20/N20  laminar  premixed  flame  at 
50  torr.  The  reactant  mole  fractions  are  0.43  CH20  and  0.57  N20  and  the  total 
flowrate  is  2.21  standard  liters  per  minute. 
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SUMMARY/OVERVIEW: 

This  research  is  designed  to  examine  the  structure  and  reaction  mechanisms  of  high 
pressure  solid  propellant  flames.  The  understanding  of  these  mechanisms  is  limited  at  present. 
It  is  believed  that  a  better  knowledge  of  high  pressure  propellant  flame  chemistry  is  needed  for 
for  improvements  in  current  propellant  performance  and  instability  models.  The  major 
experimental  tools  used  in  this  research  are  laser-based  combustion  diagnostics  such  as  laser- 
induced  fluorescence.  Simplified  chemical  kinetic  models  of  the  propellant  flame  chemistry  are 
used  to  validate  and  direct  the  experimental  measurements. 

TECHNICAL  DISCUSSION 

Laser-based  combustion  diagnostics  were  originally  demonstrated  in  laboratory  flames. 
Relatively  recently  these  tools  [1]  have  been  applied  to  the  study  of  solid  propellant  flames 
[2,3,4].  One  aspect  of  these  diagnostics  is  that  detailed  information  is  obtained  about  species 
such  as  CN,  NO,  NH,  N2O,  etc  that  is  not  obviously  relatable  to  current  solid  propellant  flame 
modeling.  For  example,  which  stage(s)  of  an  HMX  flame  is  a  CN  profile  relevant  to? 

Detailed  chemical  kinetic  models  of  solid  flames  are  being  developed  [5,6].  The 
models  require  multiple  days  of  VAX  CPU  time  or  a  Cray-level  computer.  An  alternative  is  to 
compare  predictions  from  a  simplified  chemical  kinetic  models  to  experimental  data  from  HMX 
and  double-base  (XLDB)  propellant  flames  (these  measurements  are  continuing  [2])..  For 
example,  the  temperature  and  selected  species  profiles  for  freely  propagating  HCN/NO2 
(modeling  HMX)  and  CH2O/NO2  (modeling  NG)  flames  at  15  atm  are  shown  in  Figures  1  and 
2.  The  species  were  those  seen  in  propellant  flames  with  LIF  [2,3].  These  calculations  use 
CHEMKIN  with  a  77  reaction/24  species  data  set  [5b].  The  comparison  shows  which  species 
should  be  good  diagnostic  targets  (those  in  high  concentration)  and  shows  the  effect  of  several 
formulation  variables  on  flame  species.  For  example,  the  calculations  show  that  10^  times 
more  CN  could  be  found  in  an  HMX  flame  than  in  a  similar  XLDB  propellant  flame. 
Experimentally,  CN  has  been  seen  in  HMX  propellant  flames  [2,3]  and  has  not  been  detected 
in  XLDB  propellant  flames  [2], 

To  be  more  directly  applicable  to  propellant  flames,  two  modifications  have  been  made 
to  the  way  CHEMKIN  has  been  applied.  The  first  change  is  to  modify  the  stoichiometry  to 
take  into  account  the  fuel-rich  nature  of  propellant  flames.  For  example,  a  73%  HMX/17% 
TMETN/10%  binder  propellant  [2,4]  was  (roughly)  approximated  as  a  flame  with 
HCN/CH2O/NO2  =  0.36/0.20/0.44.  The  results  are  shown  in  Figure  3.  The  broadening  of 
the  reaction  zone  compared  to  the  HCN/NO2  case  is  notable.  This  simulation  made  the  (crude) 
approximation  that  the  polyester  binder  formed  exclusively  CH2O.  A  more  realistic  chemistry 
model  would  allow  for  carbon-rich  binder  pyrolysis  products  (the  binder  formula  is 
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approximately  C4.6H7.5O2.3).  Another  step  toward  a  more  realistic  chemistry  model  (under 
development)  would  use  experimental  temperature  profiles  [4,7]  to  decouple  the  chemistry 
from  the  energy  transfer  between  the  propellant  and  the  flame,  and  is  essentially  the  same  as 
running  CHEMKIN  for  a  burner-stabilized  flame.  This  type  of  model  would  give  a  reasonable 
approximation  to  the  flame  chemistry  without  requiring  the  computationally  difficult  energy 
balance  equations  of  full  models  [5,6].  This  simple  model  is  useful  only  for  situations  where 
an  experimental  temperature  profile  is  available  and  thus  has  little  predictive  capability. 
However,  such  a  simple  model  can  show  which  species  are  found  in  high  concentration  and 
thus  are  diagnostically  accessible.  Alternatively,  the  simple  model  could  be  compared  to 
species  profiles  in  propellant  flames  to  determine  if  the  theoretical  chemistry  is  predicting  the 
chemistry  in  a  realistic  way.  These  chemistry  models  are  also  being  tested  against  results  in  a 
flame  facility,  with  the  goal  of  comparing  modeling  and  experimental  measurements  in  a  high 
pressure  gas  flame,  such  as  CH4/NO2  (see  Branch's  abstract  in  this  meeting),  as  well  as  in  the 
propellant  flames. 
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Figure  1.  CHEMKIN  results  for  freely  propagating  premixed  HCN/NO2  (1:1)  flame,  15  atm. 
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Figure  2.  CHEMKIN  results  for  freely  propagating  premixed  CH2O/NO2  (1:1)  flame,  15  atm. 
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Figure  3.  CHEMKIN  results  for  freely  propagating  premixed  HCN/CH2O/NO2 

(0.36/0.20/0.44)  flame,  15  atm. 
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SOLID  FUEL  COMBUSTION 

( AFOSR  Grant  No.  85-0340) 

Principal  Investigator:  J.  S.  T’len 
Other  Professional:  N.  Ait  Messaoudene 

Department  of  Mechanical  and  Aerospace  Engineering 
Case  Western  Reserve  University 
Cleveland,  Ohio  44106 


SUMMARY / OVERVIEW 

Analyses  with  a  counterflow  diffusion  -flame  geometry  are 
performed  to  study  several  interesting  flame  properties.  In  the 
first  work,  the  flame  is  assumed  to  be  laden  with  submicron 

particles,  either  produced  in  the  flame  or  introduced  from  the 
free  stream.  Because  of  thermophoreti c  convection  and  Brownian 
diffusion,  different  particle  flow  patterns  are  produced  which 
have  a  profound  effect  on  the  detailed  particle  concentration 

distribution  in  the  flame.  In  the  second  work,  the  effect  of 

gas-phase  radiation  on  the  extinction  of  a  solid  fuel  diffusion 

flame  at  small  flame  stretch  rate  is  also  being  analyzed. 

TECHNICAL  DISCUSSION 

( 1 )  Concentration  Pi str i buti on  of  Parti c 1 es  i  n  a 

Thermophoreti cal lv  Affected  Opposed-Flow  Pi f f us i on  F 1 ame 

The  behavior  of  submicron  particles  in  a  thermopnoreti cal  1 y 
affected  flow  field  has  been  investigated  theoretically. 
Specifically,  a  two-dimensional  counterflow  diffusion  flame 
stabilized  in  the  forward  stagnation  region  of  porous  cylinder  is 
considered.  Fuel  is  ejected  from  the  cylinder  with  a  specified 
blowing  velocity  and  diffuses  into  an  oxidizer  flow  of  specified 
stagnation  velocity  gradient.  In  this  configuration,  particles 
(e.  g.,  soot)  of  an  assumed  average  dimension  form  at  a  global 

rate  depending  on  the  local  fuel  concentration  and  temperature. 
Thermophores i s  gives  rise  to  many  different  flow  patterns  for  the 
particles  depending  on  the  flame  structure  and  the  magnitude  of 
thermophoret i c  coefficient.  In  some  cases,  multiple  stagnation 
points  for  particle  flow  exist. 

Brownian  diffusion  needs  to  be  included  in  this  theoretical 
treatment  in  order  to  avoid  singular  behavior  (infinite  particle 
concentration)  at  the  stagnation  point  under  certain  conditions. 
Because  the  Schmidt  number  associated  with  the  Brownian  diffusion 
is  very  large  a  special  numerical  scheme  was  developed  to  solve 
the  mass  conservation  eguation  for  the  particles.  The  numerical 
scheme  was  implemented  in  two  stages  and  allowed  to  integrate  the 
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equation  even  in  situations  for  multiple  turning  points  (points 
where  the  particle  velocity  changes  direction).  This  was  achieved 
by  making  use  of  an  adaptive  mesn  refinement  scneme. 

For  cases  along  the  center  streamline  where  the  particles  are 
convected  toward  the  stagnation  point,  a  boundary  layer  behavior 
is  observed.  When  the  product  of  Pranatl  number  and  the 
thermophoret i c  coefficient  is  greater  than  a  critical  value 
(nearly  unity  -  slightly  influenced  by  the  chemical  kinetics),  a 
local  peak  of  particle  concentration  is  predicted  (Fig.  1).  For 
cases  where  particle  velocity  is  from  the  fuel  rich  side  toward 
the  flame,  the  particles,  generated  in  the  fuel-rich  side  ( sucn  as 
soot),  can  leak  through  the  flame  and  appear  on  the  fuel  lean  side 
(Fig.  2).  This  can  occur  only  when  the  stoichiometric 
fuel /oxi di zer  mass  ratio  is  less  than  unity.  The  detailed  profile 
of  particle  concentration  in  counterflow  diffusion  flames, 
therefore,  depends  on  many  parameters. 

(2)  Diffusion  Flame  Extinction  at  Smal 1  Stretch  Rate :  The 

Inf  1 uence  of  Gas-Phase  Radiation 

An  analysis  is  being  made  to  evaluate  the  influence  of 
gas-phase  radiation  on  flame  fxtinction  at  very  small  flame 
stretch  rate.  Previously,  radiative  loss  from  the  hot  surface  of 
a  solid  fuel  has  been  found  to  produce  an  extinction  limit  at  low 
oxygen  convective  rate,  but  the  influence  of  gas-phase  radiative 
contribution  is  uncertain.  In  f  ..j  analysis  of  a  counterflow 
solid  fuel  diffusion  flame  the  gas-phase  radiation  from  the 
combustion  products  (H20  ..no  C02  )  and  the  fuel  vapor  are  included 

using  a  two-flux  model  (soot  disappears  before  extinction  limit  is 
reached;  therefore,  it  is  net  mc’uded).  The  formation  shows  that 
the  surface  radiative  loss  varies  inversely  with  the  square  root 
of  the  stretch  rate  (velocity  gradient)  while  the  gas-phase 
radiation  varies  approximately  with  the  inverse  of  first  power  of 
the  stretch  rate.  Therefore,  although  gas-phase  radiation  is 
negligible  compared  with  surface  radiation  for  small  flames  in 
moderate  stretch  rate,  it  can  become  increasingly  important  at 
very  small  stretch  rate.  The  model  is  still  being  computed  and  we 
hope  to  present  its  results  at  the  conference. 
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fuel/oxidizer  ratio)  and  thermophoretic  coefficient  K  =  1.5 

(a)  Particle  path  lines  and  gas  streamlines 

(b)  Gas  velocity,  thermophoretic  velocity  and  particle  (soot) 
velocity  along  the  center  streamline 

(c)  Particle  m^ss  fraction  distribution  according  to  a  production 
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Fig.  2  Counterflow  diffusion  flame  with  N  =  0.2  (ratio  of  stoichiometric 
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fuel/oxidizer  ratio)  and  thermophoretic  coefficient  K  =  1.2 

(a)  Particle  oath  lines  and  gas  streamlines 

(b)  Gas  velocity,  thermophoretic  velocity  and  particle  (soot) 
velocity  along  the  center  streamline 

(c)  Particle  m^ss  fraction  distribution  according  to  a  production 
rate  w  =  BY‘T  exp(E/RT) 


AFOSR  SPONSORED  RESEARCH  IN  AIRBREATHING  COMBUSTION 
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PROGRAM  MANAGER:  JULIAN  M.  TISHKOFF 

AFOSR/NA 

BOLLING  AFB  DC  20332-6448 


SUMMARY/OVERVIEW:  The  Air  Force  Office  of  Scientific 
Research  (AFOSR)  program  in  airbreathing  combustion 
currently  is  focused  on  six  areas  of  study:  reacting  flow, 
soot,  sprays,  kinetics,  boron  slurries  and  supersonic 
combustion.  An  assessment  of  major  research  needs  in  each  of 
these  areas  is  presented. 

TECHNICAL  DISCUSSION 

AFOSR  is  the  single  manager  for  Air  Force  fundamental 
research,  including  programs  based  on  external  proposals  and 
in-house  work  at  Air  Force  laboratories.  Airbreathing 
combustion  is  assigned  to  the  AFOSR  Directorate  of  Aerospace 
Sciences  along  with  programs  in  -ocket  propulsion, 
diagnostics  of  reacting  flow,  fluid  and  solid  mechanics,  and 
civil  engineering. 

Interests  of  the  AFOSR  airbreathing  combustion  program  are 
given  in  the  SUMMARY  section  above.  Many  achievements  can  be 
cited  for  these  interests,  yet  imposing  fundamental  research 
challenges  remain.  The  objective  of  the  program  is 
publications  in  the  refereed  scientific  literature 
describing  significant  new  understanding  of  multiphase 
turbulent  reacting  flow.  Incremental  improvements  to 
existing  scientific  approaches,  hardware  development  and 
computer  codes  fall  outside  the  scope  of  this  objective. 

Decisions  on  support  for  research  proposals  are  based  on 
scientific  opportunities  and  technology  needs.  Current  AFOSR 
perceptions  of  scientific  opportunities  appear  in  Figure  1, 
and  areas  of  emphasis  are  indicated  by  arrows  with  positive 
slopes.  Technology  needs  have  been  defined  by  the  results  of 
the  Forecast  II  exercise  which  the  Air  Force  completed 
recently. 

Included  in  Forecast  II  are  two  technology  areas  which  are 
relevant  to  the  AFOSR  airbreathing  combustion  task:  combined 
cycle  engines  and  high  performance  gas  turbines.  The  former 
area  would  provide  the  propulsion  system  for  the  National 
Aero  Space  Plane,  and  related  research  proposals  will 
receive  primary  consideration  for  available  support.  The 
combined  cycle  engine  concept  has  motivated  significant 
research  interest  in  supersonic  combustion.  In  fiscal  year 
1986  (FY86)  substantial  research  activity  was  initiated  to 
study  mixing  and  chemical  reaction  under  supersonic  flow 
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conditions.  In  FY87  new  research  efforts  were  directed  at 
novel  means  for  achieving  ignition,  combustion  enhancement 
and  low-loss  flameholding  in  supersonic  combustion.  FY89  saw 
new  research  in  interactive  control  of  fluid  transport 
processes.  These  opportunities  reflect  a  generic  interest  in 
interdisciplinary  efforts  between  researchers  in  control 
theory  and  fluid  transport  behavior.  For  the  combined  cycle 
engine  a  particular  focus  of  interactive  flow  control  will 
be  the  investigation  of  means  to  overcome  the  suppression  of 
mixing  which  high  Mach  number  flows  experience  in  relation 
to  subsonic  flows. 

The  behavior  of  single  fuel  droplets  has  been  the  subject  of 
renewed  research  activity.  Both  computational  and 
experimental  capabilities  appear  to  be  poised  to  expand 
studies  of  spray  combustion  to  spatial  dimensions  smaller 
than  those  of  the  droplets  themselves.  A  particular  focus  of 
this  research  activity  will  be  the  interactions  between 
droplets  and  gas-phase  turbulent  transport  processes. 

The  purpose  of  this  abstract  has  been  to  communicate  AFOSR 
perceptions  of  research  trends  to  the  university  and 
industrial  research  communities.  However,  communication  from 
those  communities  back  to  AFOSR  also  is  desirable  and 
essential  for  creating  new  research  opportunities. 
Therefore,  all  proposals  and  inquiries  for  fundamental 
research  are  encouraged  even  if  the  content  does  not  fall 
within  the  areas  of  emphasis  described  herein.  Comments  and 
criticisms  of  current  AFOSR  programs  also  are  welcome. 
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SUMMARY/OVERVIEW:  The  Air  Force  Office  of  Scientific 
Research  (AFOSR)  program  in  diagnostics  of  reacting  flow 
currently  is  focused  on  four  areas  of  study:  gas-phase 
measurements;  thermochemical  and  geometric  characterization 
of  solid  surfaces;  particle  and  droplet  measurements;  and 
plasmas.  An  assessment  of  major  research  needs  in  each  of 
these  areas  is  presented. 

TECHNICAL  DISCUSSION 

AFOSR  is  the  single  manager  for  Air  Force  fundamental 
research,  including  programs  based  on  external  proposals  and 
in-house  work  at  Air  Force  laboratories.  The  diagnostics  of 
reacting  flows  task  is  assigned  to  the  AFOSR  Directorate  of 
Aerospace  Sciences  along  with  programs  in  rocket  propulsion, 
airbreathing  combustion,  fluid  and  solid  mechanics,  and 
civil  engineering. 

Interests  of  the  AFOSR  diagnostics  of  reacting  flow  program 
are  given  in  the  SUMMARY  section  above.  This  program,  now  in 
its  eighth  year,  has  produced  many  "first-ever"  laser-based 
measurements.  The  instrumentation  with  which  these 
measurements  were  made  is  becoming  commonly  available  for 
laboratory  and  bench  test  utilization.  Measurements  range 
from  microscopic  to  macroscopic  scales  with  relevance  to: 
plasma  acceleration;  combustion  aerothermochemistry ;  the 
behavior  and  synthesis  of  advanced  energetic  materials; 
characterization  of  exhaust  plume  formation  and  radiation; 
and  dynamic  control  of  propulsion,  weapon  and  power 
generation  systems. 

Decisions  on  support  for  research  proposals  are  based  on 
scientific  opportunities  and  technology  needs.  Current  AFOSR 
perceptions  of  scientific  opportunities  appear  in  Figure  1. 
Technology  needs  have  been  defined  by  the  results  of  the 
Forecast  II  exercise  which  the  Air  Force  completed  recently. 

Included  in  Forecast  II  are  four  technology  areas  which  are 
relevant  to  the  AFOSR  diagnostics  of  reacting  flow  task: 
combined  cycle  engines,  high  performance  turbine  engines, 
safe  compact  nuclear  rockets  and  space-based  reusable 
orbital  transfer  vehicle.  The  first  area  would  provide  the 
propulsion  system  for  the  aerospace  plane.  As  indicated  by 
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the  orientation  of  the  arrows  in  Figure  1,  the  task  area 
with  the  greatest  growth  potential  is  gas-phase  measurements 
relevant  to  plasmas. 

The  purpose  of  this  abstract  has  been  to  communicate  AFOSR 
perceptions  of  research  trends  to  the  university  and 
industrial  research  communities.  However,  communication  from 
those  communities  back  to  AFOSR  also  is  desirable  and 
essential  for  creating  new  research  opportunities. 
Therefore,  all  proposals  and  inquiries  for  fundamental 
research  are  encouraged  even  if  the  content  does  not  fall 
within  the  areas  of  emphasis  described  herein.  Comments  and 
criticisms  of  current  AFOSR  programs  also  are  welcome. 
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NUMERICAL  SIMULATION  OF  CONTROL  OF  SUPERSONIC  SHEAR  LAYERS 
ONR  Contract  No.  N00014- 89 -J - 1319 
Principal  Investigator:  L.  N.  Sankar 

School  of  Aerospace  Engineering 
Georgia  Institute  of  Technology,  Atlanta,  GA  30332 

SUMMARY 

The  issue  of  enhancing  mixing  between  parallel,  supersonic  streams  is 
numerically  investigated.  An  explicit  time  marching  scheme  that  is  second 
order  accurate  in  time  and  fourth  order  accurate  in  space  is  used  to  study 
this  problem.  Small  amplitude  velocity  disturbances  at  selected  frequencies 
are  imposed  over  an  otherwise  steady  flow  at  the  juncture  of  the  two  streams 
to  promote  mixing.  It  is  found  that  disturbances  are  selectively  amplified  at 
certain  frequencies,  while  disturbances  at  other  frequencies  are  rapidly 
damped  out.  In  studies  where  the  relative  Mach  number  of  the  disturbances 
relative  to  one  of  the  streams  is  high,  shocklets  were  found  to  form  on  one  or 
both  sides  of  the  shear  layers.  In  such  a  situation,  the  relative  Mach  numbers 
of  the  eddies  were  different  in  coordinate  systems  attached  to  the  upper  and 
the  lower  streams. 


SCOPE  OF  THE  PRESENT  WORK 


The  objectives  of  the  present  work  are  to  study  the  growth  of  supersonic 
free  shear  layers  and  their  response  to  imposed  acoustic  disturbances  through 
direct  numerical  solution  of  the  governing  equations. 

The  2-D  compressible  Navier-Stokes  equations  in  a  strong  conservation 
form  are  numerically  solved,  using  a  modified  MacCormack  scheme  that  is  second 
order  accurate  in  time,  and  fourth  order  accurate  in  space.  This  scheme  is 
suitable  for  studying  phenomena  such  as  propagation  of  acoustic  waves, 
boundary  layer  instability,  and  shear  layer  instability  and  has  been 
previously  used  by  several  authors.  The  flow  field  is  assumed  to  be  laminar. 

RESULTS  AND  DISCUSSION 


Figure  1  shows  the  computational  domain  used.  The  computational  domain 
was  divided  into  a  uniformly  spaced  Cartesian  grid  consisting  of  221  nodes  in 
the  x-  direction  and  241  nodes  in  the  normal  direction.  The  typical  grid 
spacing  in  the  x-  and  y-  direction  were  5/3d  and  0.4  d  units  respectively, 
where  d  is  the  vorticity  thickness  of  the  shear  layer  at  the  inflow  boundary. 
The  grid  spacing  in  the  y-  direction  is  fine  enough  to  place  approximately  30 
points  across  the  shear  layer  where  the  vorticity  content  is  largest,  at 
distances  sufficiently  downstream  (x  >  50d)  from  the  inlet. 
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At  the  inflow  boundary,  a  hyperbolic  tangent  mean  velocity  profile  was 
specified.  The  v  component  of  inflow  velocity  was  set  to  zero  for  the  mean 
flow.  The  pressure  was  assumed  to  be  equal  and  uniform  at  the  inflow  boundary. 
A  variety  of  velocity,  density  and  temperature  ratios  across  the  shear  layer 
have  been  used  to  study  parametrically  their  effects  on  th  shear  layer 
characteristics . 

The  2-D  Navier-Stokes  solver  was  used  to  compute  the  mean  shear  flow 
characteristics  first.  Then,  forced  excitation  of  the  shear  layer  began.  This 
was  achieved  by  prescribing  the  normal  (v-)  component  of  velocity  over  the 
entire  inflow  boundary  to  behave  as  follows: 

v(y , x-0 , t)  -  I  A^  f (y)  sin(xnt+0n) 

Here  the  summation  shown  is  over  all  the  excitation  frequencies;  An  is 
the  amplitude  of  disturbance,  xn  is  the  frequency  of  disturbance  and  0  is  the 
associated  phase  angle.  The  function  f(y)  determines  the  variation  of  the 
perturbation  velocity  across  the  shear  layer.  Both  a  Gaussian  distribution  and 
a  constant  magnitude  distribution  were  attempted.  The  results  to  be  presented 
here  correspond  to  f(y)  equal  to  unity. 

The  computed  flow  fields  after  several  cycles  of  forced  excitation  of 
the  shear  layer  are  analyzed  using  computer  graphics  and  Fourier  transform 
techniques  to  sr-  h  the  following  issues  of  interest: 

a)  Eff-c  of  convective  Mach  number  on  shear  layer  growth 

b)  Correlation  between  computed  convective  Mach  number  of  eddies  and 
analytical  estimates 

c)  Occurrence  of  shocklets  and  their  effects  on  shear  layer  growth 

d)  The  growth  and  decay  of  low  and  high  frequency  excitations  with  time 
and  space . 

The  following  conclusions  were  drawn: 

a)  In  the  case  of  shear  layers  at  subsonic  and  supersonic  convective 
Mach  numbers,  the  imposition  of  acoustic  disturbances  over  a  large  range  of 
frequencies  lead  to  the  transfer  of  this  energy  from  the  high  frequencies  to 
the  low  frequencies,  as  the  flow  progressed  from  the  upstream  boundary  to  the 
downstream  boundary.  The  energy  content  at  the  lowermost  frequencies  rapidly 
reached  asymptotic  values  following  which  eddies  in  the  shear  layer  were 
convected  downstream  with  no  further  alteration  in  their  structure  [Figure  2] . 

b)  In  the  case  of  shear  layers  at  a  supersonic  convective  Mach  number, 
situations  were  found  where  the  convective  Mach  number  relative  to  the  faster 
stream  is  low.  This  leads  to  a  situation  where  shocklets  arose  only  on  the 
lower  side  of  the  shear  layer.  Conditions  were  also  found  where  the  convective 
Mach  number  relative  to  both  the  streams  is  high,  leading  to  shocklets  on 
either  side  [e.g.  Figure  3],  These  calculations  demonstrate  the  same  features 
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experimentally  observed  by  Papamoschou  and  discussed  based  on  total  pressure 
arguments  by  Dimotakis. 

c)  The  spatial  growth  of  shear  layers  decreased  with  increasing 
convective  Mach  number. 
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SUMMARY 

The  objective  of  this  research  is  to  investigate  the  structures  of  instability  waves  of 
supersonic  mixing  layers  and  to  determine  the  effects  of  certain  flow  parameters 
such  as  the  Mach  number,  velocity  ratio,  and  temperature  ratio  on  the  growth  rates 
of  these  waves.  Both  viscous  and  inviscid  linear  analyses  are  used.  For  turbulent 
flows,  the  mean  velocity  profile  is  approximated  by  a  hyperbolic-tangent  profile  and 
the  temperature  profile  is  determined  from  the  Crocco-Busemann  equation.  Alterna¬ 
tive  mean  flow  profiles  are  obtained  by  solving  the  laminar  mixing  layer  equations. 
Furthermore,  in  order  to  shed  some  light  on  the  development  of  the  two-dimensional 
and  helical  pairing  modes,  the  three-dimensional  secondary  subharmomc  instability 
of  spatially  and  temporally  periodic  mixing  layers  are  investigated  using  the  Floquet 
theory. 

TECHNICAL  DISCUSSION 

The  mixing  of  two  parallel  supersonic  streams  is  of  primary  importance  to  the  de¬ 
signer  of  propulsive  systems  that  employ  supersonic  combustion.  It  has  been  estab¬ 
lished  experimentally  and  theoretically  that  the  spreading  rates  (and  hence 
entrainment  and  mixing)  of  supersonic  free  shear  layers  are  substantially  lower  than 
the  rates  of  subsonic  layers  (e.g.  Ref.1-4).  The  objective  of  this  research  is  to  provide 
a  detailed  study  of  the  effects  of  the  velocity  and  temperature  ratios  on  the  instability 
characteristics  of  mixing  layers.  And  to  provide  more  detailed  substantiation  of  the 
convective  Mach  number  that  is  proposed  by  Bogdanoff  (Ref. 5)  and  Papamoscho  and 
Roshko  (Ref.2)  as  a  compressibility  parameter  of  mixing  layers. 

Effect  of  the  Velocity  Ratio:  Using  the  Blasius-Lock  profile  and  inviscid  analysis,  we 
computed  the  growth  rates  of  2D  waves  at  a  temperature  ratio  T2  =  2  and  for  different 
Mach  numbers.  Sample  results  are  shown  in  Fig.  1 .  Only  the  incompressible  case 
shows  linear  variation  of  the  maximum  growth  rate  with  the  velocity  ratio.  At  higher 
Mach  numbers  the  growth  rate  shows  a  maximum  at  a  particular  velocity  ratio  that 
depends  on  the  Mach  number.  More  details  are  given  in  Ref.6. 

Effect  of  the  Temperature  Ratio:  The  maximum  growth  rates  for  the  temperature  ra¬ 
tios  T2  =  0.5,  1,  and  2  at  U2  =  0  are  shown  in  Fig. 2.  For  Mach  numbers  less  than  1.5 
heating  the  slow  stream  stabilizes  the  mixing  layer.  However,  at  higher  Mach  num¬ 
bers  the  opposite  effect  is  obtained.  The  effect  of  T2  on  the  higher  modes  of  instability 
is  studied  in  Ref.  6. 


Oblique  Waves:  The  maximum  growth  rates  of  oblique  waves  are  depicted  in  Fig. 3. 
for  T2  =  1  and  U2  =  0.  Oblique  waves  become  more  amplified  as  the  Mach  number 
increses;  as  one  might  expect. 


Convective  Mach  Number  M+  :  To  isolate  the  compressibility  effects  on  the  spreading 
rate,  Papamoschou  and  Roshko  pointed  out  that  the  spreading  rate  a  for  certain  val¬ 
ues  of  Mach  number  M,  ,  velocity  ratio  U2  and  density  ratio  p2  ,  must  be  normalized 
with  respect  to  the  spreading  rate  at  zero  Mach  number  and  the  same  velocity  and 
density  ratio.  They  gave  the  expression  for  the  spreading  rate  ratio  R,  as 


£i(M  i ,  U2,  p2) 
0(0,  U2,  p2) 


F(M  +  ) 


In  this  work  we  use  the  maximum  growth  rate  of  the  instability  waves  instead  of  the 
spreading  rate  in  forming  the  growth  rate  ratio.  The  growth  rate  ratio  is  shown  in  Fig. 
4.  It  is  evident  that  the  R„  —  M+  is  independent  of  the  specific  values  of 
M,f  U2  and  p2  up  to  M+  =  0.7.  For  higher  M+  obliques  waves  dominate,  and  that  calls 
for  a  modified  definition  of  M* 

Secondary  Subharmonic  Instability:  This  work  is  an  extension  to  compressible  flow 
of  the  work  by  Pierrhumbert  and  Widnall  (Ref.7)  and  Santos  and  Herbert  (Ref.8)  con¬ 
cerning  the  subharmonic  instability  of  a  row  of  distributed  vortices.  The  basic  state 
is  given  by  linear  superposition  of  a  steady  mean  flow,  which  is  specified  by  the 
hyperbolic-tangent  profile,  and  a  neutral  primary  wave.  In  a  frame  of  reference  mov¬ 
ing  with  the  phase  speed,  the  basic  state  becomes  steady  and  spatially  periodic. 
Such  a  state  is  shown  in  Fig.  5b  for  rnax(urms)  =  0.1  U,  and  M+  =  0.7  .  Using  the 
Floquet  theory,  we  compute  the  growth  rates  of  the  2D  and  3D  secondary  subhar¬ 
monic  waves  of  that  periodic  flow.  The  results  in  Fig. 6  show  that  the  growth  rates  of 
the  2D  waves  (pairing  mode)  are  enhanced  by  increasing  the  amplitude  of  the 
periodicity  but  at  a  decreasing  rate  as  the  convective  Mach  number  increases.  As¬ 
suming  a  subharmonic  wave  of  amplitude  rnax(urms)  =  0.2  U,,  vorticity  contours  of  the 
basic  state  and  subharmonic  are  shown  in  Fig5c,  while  contours  for  the  subharmonic 
in  absence  of  the  primary  are  shown  in  Fig5a.  The  clockwise  rotation  of  the  vortices 
indicates  the  beginning  of  the  pairing  phase.  The  growth  rates  for  the  3D  waves  are 
shown  in  Figs.  7  and  8.  The  results  show  that  the  most  amplified  subharmonic  wave 
is  a  3D  helical  mode.  More  details  are  given  in  Ref.9. 
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SUMMARY/OVERVIEW: 

The  instability  and  acoustic  wave  models  associated  with  a 
supersonic  free  shear  layer  inside  a  rectangular  channel  is  investigated.  It 
is  found  that  because  of  acoustic  reflections  from  the  walls  a  thin  shear 
layer  at  supersonic  convective  Mach  numbers  which  is  stable  in  an 
unconfined  environnment  is  now  subjected  to  two  families  of  instabilities. 
To  enhance  mixing  in  such  a  shear  layer  it  is  proposed  that  a  periodic 
Mach  wave  system  which  penetrates  through  the  shear  layer  may  be 
effective.  The  Mach  wave  system  can  be  generated  by  a  wavy  wall  of  the 
channel.  Computations  of  flow  instabilities  show  that  new  three 
dimensional  modes  are  possible  in  the  presence  of  the  Mach  wave  system. 
The  effectiveness  of  such  parametric  excitation  on  mixing  enhancement  is 
to  be  studied. 

TECHNICAL  DISCUSSION 

Two  aspects  of  confined  supersonic  shear  layers  with  a  flow 
configuration  as  shown  in  figure  1  are  investigated.  First,  the  three 
dimensional  instability  waves/coherent  structures  and  acoustic  wave 
modes  associated  with  these  flows  are  studied.  Second,  the  possibility  of 
destabilizing  such  shear  layers  so  as  to  enhance  mixing  by  a  Mach  wave 
system  generated  by  a  wavy  wall  (figure  2)  is  examined  computationally. 

When  confined  inside  a  rectangular  channel  the  motion  of  a 
supersonic  shear  layer  is  inevitably  influenced  by  acoustic  waves 
reflected  off  the  walls.  If  the  motion  of  the  shear  layer  is  in  the  form  of  a 


wave  then  it  is  advantageous  to  view  the  flow  problem  in  a  moving 
frame  which  is  stationary  with  respect  to  the  wave.  The  Mach  numbers 
of  the  flow  measured  in  the  wave  frame  are  referred  to  as  convective 
Mach  numbers.  When  the  convective  Mach  numbers  are  supersonic  two 
standing  Mach  wave  systems  one  on  each  side  of  the  shear  layers  are 
established  between  the  shear  layer  and  the  (top  and  bottom)  walls  of 
the  channel.  For  waves  with  appropriate  wave  lengths  the  unbalanced 
pressure  distributions  of  the  Mach  wave  system  on  the  shear  layer  could 
be  in  phase  with  the  vertical  displacement  of  the  shear  layer  and  thus 
tend  to  increase  its  amplitude  resulting  in  growth  of  the  wave  motion  or 
instability.  We  have  now  shown  that  a  thin  supersonic  shear  layer  which 
is  stable  in  an  unconfined  environment  becomes  unstable  when  housed 
inside  a  rectangular  channel  due  to  the  above  Mach  wave  mechanism.  A 
systematic  study  of  the  three  dimensional  instability  and  acoustic  wave 
modes  of  such  a  confined  two  dimensional  shear  layer  has  been 
completed.  For  shear  layers  with  supersonic  convective  Mach  numbers 
two  families  of  instability  waves  are  found.  Each  of  the  wave  family  is 
associated  with  Mach  wave  reflections  off  one  of  the  channel  walls.  In 
addition  to  the  instability  waves  two  principal  families  of  neutral  acoustic 
modes  are  found.  Again  each  is  associated  with  reflections  off  one  of  the 
walls.  The  study  also  examines  the  three  dimensional  modes  due  to 

reflections  off  the  side  walls.  Finite  shear  layer  thickness  effects  are  also 
analyzed.  A  detailed  report  of  this  work  will  appear  in  a  forthcoming 
article  in  the  Journal  of  Fluid  Mechanics. 

To  enhance  mixing  of  supersonic  shear  layers  inside  a  rectangular 

channel  we  propose  to  use  a  Mach  wave  system  generated  by  a  wavy 

wall  as  shown  in  figure  2.  The  Mach  waves  penetrate  through  the  shear 

layer  producing  a  flow  periodic  in  the  downstream  direction.  It  is  known 
from  low  speed  transition  work  that  a  periodic  mean  flow  can  trigger 
highly  unstable  3-D  instabilities.  We  believe  that  a  similar  situation 
could  arise  in  high  speed  shear  flows.  To  prove  that  the  Mach  wave 
concept  is  worth  pursuing  it  is  necessary  to  demonstrate,  first  of  all,  that 
in  the  presence  of  the  periodic  Mach  wave  system  new  3-D  instabilities 
are  now  possible.  To  do  so  a  computational  study  has  been  carried  out.  It 
is  easy  to  show  that  3-D  instabilities  in  a  periodic  mean  flow  are  govered 
by  a  system  of  partial  differential  equations  with  periodic  coefficients. 
Eigenvalues  of  the  system  can  be  found  in  accordance  with  the  Floquet 
theory.  In  the  present  work  a  Fourier-spectral  expansion  numericai 
method  is  used.  The  flow  variables  are  expanded  in  Fourier  series  in  the 
flow  direction  and  in  Chebyshev  polynomials  in  the  cross-stream 
direction.  A  special  mapping  is  introduced  to  concentrate  the  Chebyshev 
collocation  points  in  the  shear  layer.  Because  of  the  large  number  of 
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Fourier-Chebyshev  coefficients  required  for  convergence  the  resulting 
matrix  eigenvalue  problem  can  only  be  solved  by  a  super  computer 
(Cyber  205).  New  3-D  instability  wave  modes  generated  by  the  periodic 
Mach  wave  system  have  now  been  found.  Future  work  is  to  optimize  the 
parametric  excitation  to  provide  maximum  destabilization. 


wall 


(a)  Side  view. 


(b)  End  view. 


Figure  1.  Confined  two  dimensional  shear  layer  inside  a  rectangular  channel. 
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OVERVIEW 

The  objectives  of  the  present  research  are  threefold.  First,  to  investigate 
the  effects  of  compressibility  on  the  mixing  in  supersonic  shear  layers. 
Second,  to  explore  different  mixing  enhancement  techniques.  Third,  to  explore 
the  effects  of  large  heavy  particles  on  the  mixing  process.  In  the  first 
category,  our  results  show  a  significant  reduction  in  both  small  and  large 
scale  mixing  as  the  compressibility  level  is  increased.  In  the  second 
category,  our  preliminary  results  show  that  the  bow  shock/shear  layer 
interaction  does  not  change  the  mixing  process  judging  from  turbulence 
properties,  the  shear  layer  growth  rate,  and  the  flow  visualizations.  The 
research  on  the  third  category  is  in  progress. 

TECHNICAL  DISCUSSION 

In  the  past  few  years,  the  renewed  interest  in  airbreathing  hypersonic 
vehicles  with  supersonic  combustion  engine  has  resulted  in  more  focused 
theoretical  and  experimental  research  on  supersonic  shear  layers.  A 
compressibility  parameter  has  been  identified  which  correlates  well  the 
growth  rate  of  compressible  shear  layers.  This  parameter  is  the  convective 
Mach  number,  a  Mach  number  with  respect  to  a  frame  of  reference  travelling 
with  the  average  large  scale  structures  in  the  flow.  In  a  two-stream  shear 
layer(Fig.  1),  the  convective  Mach  number  of  stream  1  is  defined  as 
M  «(U^-Uc)/a^  where  ^{aAi^-a^J^/^a^+a^)  is  the  convective  velocity  of 
the  average  large  scale  structures  and  a  is  the  speed  of  sound[l].  The 
convective  Mach  number  of  stream  2  is  the  same  if  the  specific  heats  ratios  of 
both  streams  are  the  same.  Experimental  results  show  a  good  correlation 
between  M^  and  the  compressible  shear  layer  growth  rate  when 
nondimensionalized  with  the  incompressible  shear  layer  growth  rate  with  the 
same  density  and  velocity  across  the  shear  layers[2].  Also,  linear  stability 
analyses  show  a  similar  correlation  between  the  ratio  of  maximum  growth  rates 
of  stability  waves  and  M  based  on  a  frame  of  reference  travelling  with  the 
stability  waves[3],  ~ 

Most  of  the  recent  experimental  research  on  supersonic  shear  layers  has  been 
focused  on  the  effects  of  compressibility  on  the  growth  rate  of  shear 
layers  with  little  or  no  work  on  the  effects  of  compressibility  on  the 
turbulence  characteristics.  The  objectives  of  the  present  work  are 
threefold.  First,  to  investigate  the  effects  of  compressibility  on  both  the 
mean  flow  and  turbulence  characteristics.  Second,  to  explore  different 
mixing  enhancement  techniques.  Third,  to  explore  the  effects  of  large 
particles  on  both  small  and  large  scale  mixing  in  supersonic  shear 
layers.  We  have  obtained  detailed  results  in  the  first  category[2]  and  some 
preliminary  results  in  the  second  category[4].  We  will  present  some 
results  from  both  categories  in  this  note.  The  work  on  the  third  category  is 
in  progress . 
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Experimental  Facility  and  Instrumentaion.  The  experiments  were  conducted  at 
the  Ohio  State  University  Aeronautical  and  Astronautical  Research  Laboratory. 
The  test  section  of  the  high  Reynolds  number  supersonic  tunnel  is 
152.4x152.4x500  mm.  The  cold  and  dry^air  generated  at  16.4  MPa(2400  psi)  is 
stored  in  two  storage  tanks  with  42.5  n  (1500  ft  )  capacity.  The  flow  to  both 
streams  is  independently  controlled.  The  tunnel  can  be  operated  in  a  steady 
state  mode  from  1.5  minutes  to  over  5  minutes  depending  upon  the  run 
conditions.  A  two-component  coincident  LDV  was  used  for  mean  velocity  and 

turbulence  measurements  and  a  Schlieren  system  was  utilized  for  flow 

visualizations . 

Experimental  Conditions.  Five  experiments  were  conducted;  cases  1  to  5 . 
Table  1  shows  the  flow  conditions.  Three  levels  of  convective  Mach  numbers 
were  used  to  determine  the  effects  of  compressibility  on  the  mean  flow  and 
turbulence  characteristics  of  shear  layers;  cases  1  to  3 .  For  cases  4  and  5, 
the  flow  in  case  1  was  used  and  a  4.76  mm  diameter  cylindrical  rod  or  a 
square  rod  with  a  4.76  mm  side  was  passed  through  the  test  section.  In  both 

cases,  the  rod  was  located  117  mm  from  the  trailing  edge  of  the  splitter  plate 

with  its  center  at  the  splitter  plate  level  and  spanned  the  tunnel.  The  shear 
layer  was  14  mm  thick  and  was  fully  developed  at  this  location  [2].  In  all 
five  cases  the  incoming  boundary  layer  was  fully  developed  with  the 

momentum  and  boundary  layer  thicknesses  of  approximately  0.6  mm  and  8  mm 
for  case  3  and  0.5  mm  and  8  mm  for  the  other  cases. 

Mean  Flow  Results.  In  characterizing  the  mean  velocity  of  shear  layers,  ^^'^2 
seems  to  be  an  appropriate  velocity  scale  and  U*-(U-U2 )  an 

appropriate  nondimens ional  velocity.  These  two  parameters  have  been  used 
by  many  researchers  in  both  subsonic  and  supersonic  shear  layers.  Most  of  the 
researchers  have  used  the  local  shear  layer  thickness,  b,  defined  in  a 
variety  of  ways  such  as  the  thickness  between  0 . 1U*  to  0.9U*.  as  the 

shear  layer  lateral  scale.  Theoretical  analyses  show  that  the  mean 
flow  profile  has  significant  effects  on  the  shear  layer  results.  The  shear 
layer  thickness  is  based  on  only  two  points  at  the  edges  of  the  shear 
layer  and  cannot  correctly  characterize  the  lateral  scale.  Therefore  in  search 
of  a  global  lateral  scale,  we  have  examined  y*-(y-yQ  ^)/t  where  y^ 
is  the  location  of  0 . 5U*  and  t  is  either  the  local  momentum  thickness,  y^*,  or 
the  local  vorticity  thickness,  Y2*-  Plotting  U*  versus  73*-  the  mean  flow 
velocity  profiles  for  various  convective  Mach  numbers  collapse  only  when 
cy^*,  instead  of  73*-  is  utilized.  In  this  linear  transformation,  c  seems 
to  be  a  linear  function  of  convective  Mach  number  at  least  for  the 
available  data  for  0<M  <1;  C-1-0.41M  [21.  However,  when  the  vorticity 

thickness  is  used,  all  tne  available  data  collapse  without  any 
transformation;  Fig  2.  In  Figure  2,  the  solid  curve  is 
U*-0 . 5( l+tanh( 2 . 4y2*) )  and  obtained  by  a  least  square  curve  fit  to  data. 
Therefore,  the  vorticity  thickness  seems  to  be  a  reasonable  global  lateral 
scale  in  turbulent  free  shear  layers. 

Shear  I-ay ar  Spreading  Rate .  The  shear  layer  growth  rate  characterized  by  the 
shear  layer  thickness,  the  momentum  thickness,  or  the  vorticity  thickness 
growth  rate  showed  a  linear  growth  in  the  fully  developed  region  of  the  shear 
layer[2].  The  nondimensionalized  values  of  the  thickness  growth  rates  and  the 
voricity  thickness  growth  rates  of  the  present  experiments  versus  convective 
Mach  number  followed  the  trend  established  by  other  researchers [ 1 - 3 ] . 
Turbulence  Results.  The  appropriate  velocity  and  lateral  scales  established, 
now  we  use  these  scales  to  examine  the  effects  of  compressibility  on  the 
turbulence  results.  Figures  3  and  4  show  the  lateral  turbulence  intensities 
and  the  Reynolds  stress  results  for  the  subsonic  flow  of  Oster  and 
Wygnanski[4]  and  the  three  convective  Mach  number  cases  of  the  present 
experiments.  For  each  convective  Mach  number,  the  graphs  shown  are  the 
averaged  results  over  many  stations  in  the  fully  developed  region  of  the 


flowf ields [ 2 ] .  As  the  compressibility  is  increased,  the  maximum  level  and  the 
lateral  extent  of  both  transverse  turbulence  intensities  and  the  Reynolds 
stress  are  decreased.  Also,  there  seems  to  be  a  shift  of  the  location  of 
maximum  values  toward  the  lower  edge  of  the  shear  layers.  The  streamwise 
turbulence  intensities  show  similar  trends[2].  Both  small  and  large  scale 
fluctuations  contribute  to  the  turbulence  intensities.  But,  the  main 
contribution  to  the  Reynolds  stress  stems  from  large  scale  structures.  Thus, 
the  compressibility  seems  to  supress  both  the  small  and  large  scale  mixing. 
Figure  5  shows  the  correlation  coefficient.  This  seems  to  show  that  as  the 
compressibility  increases,  the  lateral  extent  of  the  structures  is  reduced 
significantly. 

Mixing  Enhancement .  Vorticity  is  generated  behind  a  bow  shock  due  to  curvature 
of  the  shock  wave.  Thus,  one  would  anticipate  that  the  interaction  of  a  bow 
shock  with  a  free  shear  layer  would  enhance  the  mixing.  A  simple  way  of 
generating  a  two-dimensional  bow  shock  is  to  pass  a  rod  through  the  shear 
layer.  The  flowf ield  in  case  1  was  utilized  and  either  a  cylindrical  rod  with 
4.76  mm  diameter  or  a  square  rod  with  4.76  mm  side  was  passed  through  the 
shear  layer  at  117  mm  downstream  of  the  splitter  plate  where  the  flow  was 
fully  developed  and  the  shear  layer  thickness  was  about  14  mm.  The 
measurements  were  carried  out  from  approximately  19  to  53  cylinder  diameters 
downstream  of  the  rod  location.  Both  the  mean  flow  and  the  turbulence  data 
collapsed  reasonably  well  in  this  region.  Therefore,  the  results  were  averaged 
over  many  stations.  Figures  6  and  7  show  the  results  for  the  tranverse 
turbulence  intensity  and  the  Reynolds  stress.  The  shear  layer  thickness, 
instead  of  the  vorticity  thickness  is  used  as  the  lateral  scale,  because  the 
velocity  profiles  did  not  have  a  well  defined  linear  region  due  the  effects  of 
the  wake  behind  the  rod.  There  seems  to  be  little  or  no  effect  in  either  the 
turbulence  intensity  or  the  Reynolds  stress  on  the  high  speed  side  of  the 
shear  layer  where  the  bow  shock  was  generated.  However,  the  low  speed  side 
indicates  significant  increases  in  both  parameters,  especially  the  transverse 
turbulence  intensity.  The  streamwise  turbulence  intensities  also  show  similar 
effects.  The  correlation  coefficient  does  not  show  any  change  in  comparison 
with  the  undisturbed  case.  There  was  no  bow  shock  on  the  low  speed  side, 
therefore,  the  changes  are  mostly  due  to  the  wake  effects.  The  shear  layer 
growth  rate  determined  from  both  the  Schlieren  photographs  and  the  mean 
velocity  measurements  did  not  show  any  changes  from  the  undisturbed  case. 
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Table  1 


Case  No. 

M1 

M2 

M 

c 

U2/Ul 

pi'\ 

l(free  shear  layer) 

1.80 

0.51 

0.51 

0.36 

0.64 

2(free  shear  layer) 

1.96 

0.37 

0.64 

0.25 

0.58 

3(free  shear  layer) 

3.01 

0.42 

0.86 

0.24 

C  .  36 

4 (cylinder) 

1.80 

0.42 

0.51 

0.36 

0.64 

5 (square ) 

1.80 

0.42 

0.51 

0.36 

0.64 

144 


MIXING  CONTROL  IN  SUPERSONIC  SHEAR  LAYERS 
ONR  Grant  No.  N00014-88-K-0242 

Principal  Investigators:  P.  J.  Morris^-,  D.  K.  McLaughlin^-  and  G.  S.  Settles^. 


Departments  of  Aerospace  Engineering^ 
and  Mechanical  Engineering 
Penn  State  University- 
University  Park,  PA  16802 


SUMMARY/OVERVIEW : 

A  combined  experimental,  analytical  and  computational  program  is  underway  to  control 
and  enhance  the  mixing  of  two  supersonic  streams.  The  experimental  program  involves 
both  high  Reynolds  number  studies  of  an  axisymmetric  shear  layer  and  low  Reynolds 
number  studies  of  a  two-dimensional  shear  layer.  The  analysis  is  based  on  the 
importance  of  large-scale  coherent  structures,  modeled  as  instability  waves,  on  the 
mixing  process.  Various  mixing  enhancement  strategies  are  planned  including  acoustic 
shear  layer  excitation,  shock  shear  layer  interactions  and  periodic  spatial  forcing 
with  Mach  waves.  The  goals  of  this  research  are  to  gain  a  better  understanding  of  the 
physics  of  supersonic  mixing  and  to  develop  effective  methods  for  supersonic  mixing 
control  and  enhancement. 

TECHNICAL  DISCUSSION 

The  majority  of  the  research  this  year  has  concentrated  on  describing  the 
unforced  shear  layer.  The  high  Reynolds  number  experiments  have  studied  a  helium-air 
mixing  layer  in  a  Mach  3  freestream.  The  low  Reynolds  number  facility  is  in  the  final 
stages  of  construction.  The  analysis  presented  last  year  has  been  extended  to 
compressible  flows  and  axisymmetric  layers. 

I.  High  Reynolds  Number  Experiments  (G.  S.  Settles) 

As  described  in  last  year's  abstract,  an  axisymmetric  compressible  mixing  layer 
is  being  used  to  study  the  possibility  of  mixing  enhancement  and  control  by  the 
manipulation  of  large-scale  turbulent  structures.  Initial  experiments  have  been 
conducted  using  an  axisymmetric  helium-air  mixing  layer  in  the  supersonic  wind  tunnel 
facility  of  the  Penn  State  Gas  Dynamics  Laboratory.  This  mixing  layer  is  generated  by 
injecting  a  helium  stream  through  a  swept  strut  into  a  cylindrical  centerbody  mounted 
along  the  wind  tunnel  axis.  The  12nm  dia.  centerbody  terminates  in  a  replaceable, 
converging-diverging  method-of -characteristics  nozzle. 

In  principle,  both  the  resulting  helium  stream  and  the  wind  tunnel  freestream  may 
be  varied  independently  over  the  range  of  Mach  1.5  to  4.0.  However,  available 
pressure  ratios  and  practical  areas  ratios  for  the  axisymmetric  nozzles  limit  this 
range  somewhat.  To  date,  all  tests  have  been  conducted  with  the  wind  tunnel 
freestream  (air)  at  Mach  3,  while  the  axisynroetric  helium  stream  was  injected  at  Mach 


2.4,  3.5  and  4.3.  (These  cases  were  all  chosen  to  yield  theoretical  convective  Mach 
numbers  above  unity.)  Both  streams  had  near-ambient  stagnation  temperatures  and 
stagnation  pressures  ranging  from  7  to  24  atm  in  order  to  achieve  a  static  pressure 
match  for  the  various  Mach  number  combinations  studied.  The  typical  mixing  layer 
thickness  ir.  the  region  of  observation  was  3  to  4  mi. 

Before  attempting  to  manipulate  the  turbulence  in  this  compressible  mixing  layer, 
we  felt  it  necessary  to  first  study  its  structure  and  phenomenology.  Accordingly, 
high-speed  schlieren  observations  have  been  made  with  a  camera  which  uses  the  Cranz- 
Schardin  principle  of  optical  image  separation.  This  camera  takes  8  schlieren  frames 
with  a  user- selectable  interframe  time  interval  from  0.1  ns  to  0.1  sec.  For  present 
purposes  a  10  jxs  interval,  corresponding  to  an  effective  100kHz  framing  rate,  was 
found  most  appropriate.  About  20  8- frame  ensembles  were  shot  at  each  of  the  3  helium 
Mach  numbers  tested.  The  axisynnietry  of  the  mixing  layer  provided  a  distinct 
advantage  here,  in  that  individual  turbulent  structures  could  be  observed  on  the  outer 
edge  of  the  layer. 

As  an  example,  3  consecutive  schlieren  frames  from  the  Mach  3.5  heliun/Mach  3  air 
mixing  layer  are  shown  in  Figure  1.  As  indicated  in  the  photographs,  a  particular 
turbulent  structure  ou  the  outer  edge  (air  side)  of  the  shear  layer  can  be  followed 
from  frame  to  frame.  The  10  ns  time  separation  between  frames  and  the  distance 
travelled  by  the  large-scale  structure  in  this  example  yield  a  measured  convective 
velocity  of  about  650  m/s.  This  is  quite  close  to  the  velocity  of  The  cuter  airstream 
(620  m/s),  but  far  from  that  of  the  inner  helium  stream  (1530  m/s).  This  trend  is 
also  seen  in  the  other  high-speed  schlieren  frames  analyzed  thus  far. 

For  this  example,  the  corresponding  convective  velocity  from  the  isentropic 
theory  is  945  m/s,  much  higher  than  what  is  actually  observed.  This  discrepancy 
between  the  prevailing  theory  and  experimental  results  has  also  been  observed  in 
planar  mixing  layers  by  Papamoschou(1989) .  It  indicates  that  the  actual  phencnencn  of 
large-scale  turbulent  motion  in  compressible  shear  layers  is  not  properly  described 
isentropically,  and  that  an  improved  theoretical  framework  for  convective  Mach  number 
is  called  for.  The  agreement  of  our  results  with  those  of  Papamoschou(1989) 
strengthens  this  conclusion  and  also  indicates  no  fundamental  difference  between  our 
axisymmetric  mixing  layer  and  his  planar  case. 

Qualitatively,  the  high-speed  schlieren  results  show  a  mixing  layer  containing  a 
broad  range  of  turbulent  scales  (not  unexpected  at  high  Reynolds  numbers).  Large- 
scale  coherent  structures  are  imbedded  in  finer- scale  "noise"  and  are  not  always 
identifiable.  Both  optical  and  digital  image  processing  will  be  brought  to  bear  on 
this  problem  in  our  continuing  work.  The  collective  observation  from  the  results  thus 
far  is  that  the  large  scales  are  definitely  evolving  (changing  shape)  within  cur  70  s 
viewing  "window."  Whether  or  not  this  evolution  involves  classical  vortex  pairing  is 
not  obvious  from  the  results  to  date. 

In  the  near  future  we  plan  to  use  laser -beam  deflectometry  to  obtain  frequency 
spectra  of  the  turbulence  in  our  axisymmetric  mixing  layer.  laser- light- screen 
imaging  will  also  be  applied  in  an  attempt  to  gain  a  better  phenomenological  view  of 
the  large-scale  structure  behavior.  Having  characterized  the  frequencies  of  these 
structures,  we  will  then  attempt  to  control  the  compressible  mixing  layer  by  "pimping" 
it  with  energy  at  these  frequencies.  Several  schemes  are  in  mind  to  accomplish  this, 
including  acoustic  pumping  and  unsteady  shock-wave  motion.  The  effect  on  the  overall 
mixing  rate  will  be  assessed  both  by  optical  observation  and  by  probe  surveys. 
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Fig.l  a-c.  3-Frame  High  Speed  Schlieren  Sequence  Showing  Motion  of  Large  Scale 


Structures  in  Heliura/Air  Mixing  Layer.  %e-3.5,  MA^r-3 . 0 ,  At-10/is. 

II.  Low  Reynolds  Number  Experiments  (D.  K.  McLaughlin) 

During  the  past  year  the  activity  on  this  project  has  focussed  on  the  final 
detailed  design  and  fabrication  of  the  low  Reynolds  number,  two  stream,  supersonic 
shear  layer  facility.  (See  schematic  diagram  in  Figure  2) .  Except  for  some  of  the 
instrumentation  components,  such  as  the  probe  traverse,  the  detailed  design  is 
virtually  complete.  The  double  sliding  block  nozzle  system  has  been  designed  and 
fabricated  using  a  CNC  Mill.  The  test  section  shell  has  been  fabricated  and  assent) led 
(that  includes  the  supersonic  nozzles).  The  diffuser  section  has  been  fabricated. 
The  vacuum  pump  and  main  vacuum  tank  are  on  hand,  the  secondary  vacuum  tank  has  been 
ordered;  delivery  is  expected  within  6  weeks.  All  vacuum  piping,  valves  and 
controllers  have  been  procured. 

The  computerized  data  acquisition  system  has  been  procured  and  facility 
monitoring  and  instrumentation  data  acquisition  programs  are  being  written.  During 
the  summer  we  will  be  assembling  all  purchased  and  fabricated  components  and 
conducting  shakedown  tests  of  our  facility.  These  early  experiments  will  include 
pitot  pressure  surveys  and  schlieren  flow  visualization  of  the  shear  layer,  in  a 
variety  of  combinations  of  Mach  numbers  of  the  two  streams.  The  highest  Mach  number 
of  the  fast  stream  will  be  M  -  4.  The  variation  in  spreading  rate  with  Mach  number 
combinations  will  be  established  at  low  to  moderate  Reynolds  numbers. 

Following  the  pitot  pressure  measurements,  hot-wire  surveys  will  be  made  to 
establish  the  characteristics  of  the  large  scale  instability  structure.  Direct 
comparisons  will  be  made  with  predictions  of  growth  rates,  etc.  ,  being  made  in  the 
computation  portion  of  this  program.  Comparisons  will  also  be  made  with  the  high 
Reynolds  number  axisymmetric  shear  layer  experiments . 
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III.  Analysis  and  Computations  (P.  J.  Morris) 

In  last  year's  abstract  we  presented  a  prediction  scheme  for  two-dimensional 
shear  layers  where  the  large-scale  coherent  structures  were  modeled  as  instability 
waves.  We  also  implemented  the  sub-harmonic  evolution  model  to  provide  a  single 
realization  of  the  flow.  There  have  been  several  extensions  to  this  analysis. 

The  effects  of  compressibility  have  been  included  and  predictions  made  for  the 
spreading  rate  of  two  comp-essible  shear  layers.  So  far,  only  shear  layers  with 
subsonic  convective  Mach  numbers  for  the  instability  waves  have  been  considered.  The 
agreement  between  prediction  and  experiment  is  very  good.  In  addition  we  have  extended 
the  formulation  to  consider  axisymmetric  shear  layers.  This  will  provide  the 
opportunity  to  determine  the  difference  between  the  plane  and  axisynmetric  shear 
layers  and  to  compare  with  the  axisynmetric  shear  layer  experiments. 

In  addition  to  the  sub-harmonic  evolution  model  we  have  developed  a  model  that 
describes  the  evolution  of  the  wavenumber/frequency  spectrum  of  the  turbulence  at  the 
large  scale.  An  initial  "whit:-  noise"  spectrum  is  introduced  at  the  splitter  plate  and 
the  spectrum  is  proposed  to  develop  according  to  quasi- linear  theory  for  each  of  the 
spectral  components.  Once  again  the  predicted  growth  rate  of  the  shear  layer  agrees 
well  with  experiments. 

At  present  we  are  using  the  predictions  of  the  large-scale  unsteady  flow  field  to 
determine  the  effects  of  compressibility  on  the  turbulent  structure.  We  are  also 
extending  the  two-dimensional  shear  layer  calculations  to  the  supersonic  convective 
Mach  number  range. 

Reference : 


Papamoschou,  D.  ,  "Structure  of  the  Compressible  Turbulent  Shear  Laver,"  AIAA  Paper  89- 
0126,  Jan.  1989. 
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A  REVIEW  OF  COMBUSTION  INSTABILITIES  IN  PROPULSION  SYSTEMS 

F.  E.  C.  Culick 

California  Institute  of  Technology 
Abstract 

Combustion  of  reactants  in  a  confined  volume  favors  excitation  of  unsteady  motions  over 
a  broad  range  of  frequencies.  A  small  conversion  of  the  energy  released  will  produce  both  ran¬ 
dom  fluctuations  or  noise,  and,  under  many  circumstances,  organized  oscillations  generically 
called  combustion  instabilities.  Owing  to  the  high  energy  densities  and  low  losses  in  com¬ 
bustion  chambers  designed  for  propulsion  systems,  the  likelihood  of  combustion  instabilities 
is  high.  The  accompanying  heat  transfer  to  exposed  surfaces,  and  structural  vibrations  are 
often  unacceptable.  This  lecture  is  a  brief  review  of  combustion  instabilities  in  solid  propellant 
rockets  and  the  three  main  types  of  liquid  fueled  systems:  rockets,  ramjets,  and  gas  turbines, 
including  afterburners. 

Stability  of  combustion  in  a  rocket  motor  was  first  treated  by  Malina  and  Karman  in  the 
late  1930’s.  They  showed  that  to  achieve  stable  burning  of  a  solid  propellant  in  a  chamber 
having  a  choked  nozzle,  it  is  necessary  that  n  <  1,  where  the  linear  burning  rate  is  propor¬ 
tional  to  the  pressure  raised  to  the  power  n.  That  condition  applied  to  very  low  frequency 
pulsations  for  which  the  pressure  is  nearly  uniform  within  the  chamber.  While  instabilities 
were  encountered  in  both  solid  and  liquid  rockets  in  the  early  1940’s,  extensive  attention  was 
not  paid  to  the  problem  until  after  World  War  II.  By  1950,  instabilities  had  been  encountered 
in  all  types  of  propulsion  systems. 

It  is  perhaps  not  surprising  that  until  fairly  recently,  there  has  traditionally  been  rela¬ 
tively  little  communication  between  the  communities  of  people  concerned  with  combustion 
instabilities  in  the  different  systems.  That  situation  has  changed  markedly  in  the  past  decade. 
Beginning  in  the  early  1980’s,  increased  concern  with  instabilities  in  dump  combustors  design 
for  use  in  ramjet  engines  attracted  the  attention  of  many  investigators  who  had  previously 
been  working  primarily  on  solid  rockets.  Within  the  past  two  years  or  so,  proposed  devel¬ 
opment  of  new  liquid  rockets  for  the  Advanced  Launch  System  has  further  encouraged  this 
trend. 

One  of  the  purposes  of  this  lecture  is  to  emphasize  the  common  aspects  of  combustion 
instabilities  found  in  the  various  systems.  The  chief  physical  reason  for  this  property  is  that 
in  all  cases  we  are  dealing  with  the  excitation  of  acoustical  motions  by  head  addition  or 
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by  coupling  between  the  unsteady  motions  and  the  average  flow  field.  Thus  it  is  possible 
to  devise  an  analytical  framework  in  which  all  cases  may  be  accommodated.  Differences  in 
detail  -  which  indeed  can  be  significant  -  arise  with  differences  in  geometry  and  the  fashion  in 
which  the  reactants  are  introduced.  Thus  the  essential  mechanisms  causing  instabilities  may 
be  quite  different.  Nevertheless,  appreciation  of  the  more  universal  features  is  important  to  a 
sound  understanding  of  the  general  problem. 

Experimental  results  will  be  cited  to  support  the  development  and  conclusions  of  the  for¬ 
mulation,  but  the  emphasis  here  is  on  theoretical  work,  of  which  there  are  two  sorts:  analytical 
and  numerical.  By  “numerical”,  we  mean  here  results  obtained  by  numerical  solution  of  the 
partial  differential  equations  governing  the  behavior  of  the  system  -  that  is,  application  of 
methods  of  computational  fluid  dynamics.  Presently  it  is  not  possible  to  progress  with  exact 
formal  analysis  of  those  equations;  “analytical”  therefore  implies  some  sort  of  approximate 
method.  Both  approaches  are  essential  to  a  thorough  treatment  of  instabilities;  in  this  lecture 
we  shall  concentrate  on  approximate  analysis,  with  only  occasional  reference  to  numerical 
results.  The  use  of  computational  methods  for  treating  problems  of  combustion  instabilities 
is  not  widespread  or  highly  developed. 

The  phenomena  to  be  treated  are  extremely  complicated,  involving  unsteady  gas  dy¬ 
namics  and  the  combustion  of  reacting  flow  systems  which  themselves  cannot  be  described 
theoretically  in  all  necessary  detail.  Hence  the  development  of  analytical  methods  must  be 
guided  at  all  stages  by  observational  results.  The  theory  is  substantially  a  vehicle  for  or¬ 
ganizing  and  interpreting  experimental  results.  It  is  not  possible  to  predict  accurately  the 
occurrence  of  instabilities  from  first  principles.  Nevertheless,  with  judicious  melding  of  the¬ 
ory,  measurements,  and  observations,  we  can  construct  a  framework  that  provides  the  basis 
both  for  understanding  the  general  behavior  and  for  formulating  simple  statements  succinctly 
summarizing  the  general  characteristics.  For  practical  purposes,  achievements  of  the  theory 
consist  mainly  in  the  ability  to  analyze,  understand,  and  predict  trends  of  behavior.  The 
influences  of  geometrical  characteristics  and  combustion  processes  can  be  assessed,  but  in  any 
event  some  experimental  data  are  required  to  provide  quantitative  results. 

Owing  to  the  semi-empirical  nature  of  the  theory,  comparison  with  experimental  results 
does  not  afford  a  sufficient  basis  for  confirming  the  validity  of  any  approximations.  Thus  an 
important  function  of  numerical  methods  is  to  provide  a  means  for  checking  the  accuracy  of 
approximate  methods.  Some  recent  results  are  given  for  elementary  problems  arising  in  solid 
propellant  rockets. 

The  lecture  will  include  a  survey  of  the  mechanisms  that  have  been  proposed  during  the 
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past  fifty  years  to  explain  combustion  instabilities  in  liquid  and  solid-fueled  systems  as  well 
as  summaries  of  the  various  analytical  methods. 
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A  PERTURBATION  STUDY  OF  ACOUSTIC  PROPAGATION 
IN  A  LOW  MACH  NUMBER  SHEAR  FLOW 

(AFOSR  Grant  No.  89-0023) 

Principal  Investigator:  David.  R.  K  as  soy 

Mechanical  Engineering  Department,  B-427 
University  of  Colorado 
Boulder,  CO  80309 


SUMMARY: 

This  study  is  focused  on  evaluating  earlier  work  on  acoustic  wave  propagation  in  shear  flows. 
Traditional  analyses  are  reformulated  in  terms  of  more  formal  perturbation  methods,  in  order  to 
be  certain  about  the  parameter  ranges  for  which  the  solutions  are  valid.  It  is  demonstrated  that, 
(1)  the  refraction  of  traveling  acoustic  waves  in  a  shear  flow  is  strongly  dependent  upon  the  wave 
frequency,  the  wave  amplitude  and  the  mean  flow  Mach  number;  (2)  the  nonlinear  effects  are 
always  weak;  and  (3)  the  earlier  studies  are  valid  only  under  limited  conditions. 

AUTHORS:  Meng  Wang  and  D.R.  Kassoy 

TECHNICAL  DISCUSSION 

Mathematical  models  for  acoustic  propagation  in  shear  flows  are  traditionally  formulated  by  a 
linearization  technique  (Pridmore-Brown,  1958,  Mungur  and  Gladwell,  1969,  Hersh  and  Catton, 
1971).  The  linear  acoustic  wave  equation  for  propagation  in  a  fully-developed  duct  flow  is  given 

by  2  M 

~iPtt  —  (1  —  M  )p* x  "t"  Pyy  —  Pit  2poCoMyVz,  (l) 

Co  Co 

where  u,  o,  and  p  are  acoustic  horizont  velocity,  vertical  velocity  and  pressure,  respectively. 
The  sound  speed  of  the  mean  state  (po,  poi  To)  is  co,  and  M  =  M{y)  is  the  mean  flow  Mach 
number.  Both  asymptotic  and  numerical  solutions  are  obtained  for  unidirectional  traveling  waves 
in  the  above  mentioned  studies.  When  a  plane  wave  travels  downstream  in  a  rigid-walled  rectan¬ 
gular  duct,  the  pressure  distribution  in  the  duct  is  severely  distorted,  and  the  acoustic  pressure 
at  the  wall  may  reach  very  high  values  relative  to  that  at  the  flow  centerline.  This  phenomenon 
has  received  considerable  attention  in  recent  years  due  to  its  relevance  to  gasdynamic  processes 
in  rocket  engines.  Baum  and  Levine  (1987)  argue  that  the  refraction-induced  acoustic  pressure 
enhancement  or  reduction  on  the  solid  propellant  surface  tends  to  alter  its  combustion  charac¬ 
teristics.  They  conducted  extensive  numerical  investigations  of  acoustic  refraction  phenomena 
based  on  Reynolds-averaged  Navier- Stokes  equations  for  compressible  turbulent  flow.  The  tran¬ 
sient  response  of  the  gas  to  acoustic  excitation  at  the  inlet  of  the  duct  flow  is  considered.  Results 
are  compared  qualitatively  with  those  obtained  by  Pridmore-Brown  and  the  other  investigators 
mentioned  above.  A  reduced  refraction  effect  is  observed  in  the  numerical  study,  which  is  thought 
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to  be  attributable  to  nonlinear  processes.  However,  the  comparison  is  of  limited  value  because 
the  initial- boundary  value  problem  considered  by  Baum  and  Levine  is  substantially  different  from 
the  earlier  work. 

The  goal  of  the  present  study  is  to  gain  more  physical  insight  into  acoustic  refraction  modeling 
bv  using  a  systematic  rational  approximation  procedure.  By  examining  the  physical  restrictions 
underlying  the  existing  solutions,  a  common  and  consistent  basis  can  be  established  for  compar¬ 
isons  among  those  solutions.  The  parameter  ranges  for  their  validity  are  found.  Results  related 
to  solid  rocket  engines  are  sorted  out  and  analysed.  This  initial  analysis  is  based  on  a  laminar 
flow  model  for  a  viscous,  heat  conducting  fluid.  The  concepts  involved  will  be  equally  useful  in 
gaining  understanding  of  turbulent  flows. 

The  complete  dimensionless  equations  describing  the  compressible  fluid  motion  in  a  planar 
duct  can  be  written  in  the  form. 


P  =  pT, 

pi  -  M  '(pn)x  +  (p»)y]  =  0, 

p'n,  -  .»/<««.  +  »«,)!  =  “ipj-jP*  -  qV  (“» 

-  «,))  .  ( 
p{Tt  ~  M ( uTx  +  vTy)\  =  —M (7  -  l)p(u*  -r-  v. 


w  here  for  convenience  the  thermophvsical  properties  are  assumed 
variables  are  defined  in  terms  of  dimensional  quantities  by 

,  ^  (p\p\T')  _  u' 

{p'p'T)  _  (vLo’^nv  u  ~  cr  v  ~  Vo '  '  ?o' 


(2) 

(3) 

,  -  -  §n2uiv)  - 

(4) 

-|2  "I  1  \ 

^  V*X  ~  3  l  yv  3  UxyJ  ’ 

(5) 

-) 

“)iA,’nV 

(6) 

constant.  The  nondimensional 


where  p'0,  p'Q,  and  T'$  are  thermodynamic  properties  of  the  gas  at  mean  state,  d!  is  the  half  width 
of  the  duct  and  U'e  the  mean  velocity  at  the  centerline.  We  will  concentrate  on  acoustic  waves  of 
frequency  u>'  traveling  in  the  x-direction,  so  that  the  inverse  of  w'  can  be  taken  as  the  characteristic 
time  of  the  system.  t'R  =  1 /<*/'.  The  other  two  characteristic  variables  are  given  by  x'R  =  c'/u' 
and  v'R  =  The  key  parameters  in  (2)-(6)  are: 


M  =  U'c/c',  the  maximum  mean  flow  Mach  number ;  (8) 

Rc  =  c  d! j v\  the  acoustic  Reynolds  number-,  (9) 

fl  =  w'd'/c'.  the  normalized  axial  acoustic  f  requency.  (10) 


It  should  be  noted  that  M Rc  =  Re,  the  mean  flow  Reynolds  number.  Solutions  are  sought  in  the 
limit  when  Rt  —  oc  and  M  — *  0. 

As  in  previous  studies,  the  basic  steady  flow  in  the  duct  is  assumed  to  be  fully- developed. 
On  the  length  scale  x'H  the  variation  of  p  is  negligibly  small.  The  acoustic  part  of  the  Navier- 
Stokes  equations  in  (2)-(6)  is  obtained  by  filtering  out  the  mean  flow  equations.  Since  the  acoustic 
Reynolds  number  is  in  general  very  large,  it  is  observed  from  (2)-(6)  that  except  for  the  extremely 
thin  acoustic  boundary  layers  adjacent  to  the  solid  surfaces,  the  wave  motion  in  the  core  region 
is  basically  unaffected  by  transport  effects.  An  0(e)  acoustic  velocity  is  used  to  disturb  the  fully- 
developed  flow,  and  it  is  shown  that  the  thermodynamic  variables  are  always  O(Mc).  Thus  if 
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u  =  U{y)  4-  su,  v  =  sv,  then  $  =  1  -+•  (Me)' t  where  $  =  (p,p, T).  The  continuity  equation  (3) 
can  be  rewritten  in  terms  of  acoustic  variables  as 


+  i’y  +  MU(y)px  -r  Me  [(pu)x  -  (pv)y j  =  0.  (ll) 

The  momentum  and  energy  equations  are  treated  in  the  same  way.  From  these  equations  one 
finds  three  distinct  classes  of  acoustic  motion  in  the  core  region: 

1)  1  >  M  >  O(e);  in  the  limit  t  —  0  M  is  treated  as  a  constant,  although  it  may  be  a 
small  number.  Since  the  effect  of  shear  flow  is  retained  in  the  leading  order  acoustic  equations, 
strong  acoustic  refraction  is  expected.  A  combination  of  (11)  with  the  corresponding  momentum 
equations  generates  a  leading  order  acoustic  equation  equivalent  to  (1).  Thus  one  concludes  that 
the  previous  analyses  by  Pridmore- Brown  (1958),  Mungur  and  Gladwell  (1969),  and  Hersh  and 
Catton  (1971)  are  formally  valid  only  for  extremely  small  amplitude  acoustics.  These  acoustic 
disturbances  are  too  weak  to  be  of  relevance  in  rocket  engine  gasdynamic  problems. 

2)  M  <  O(s);  the  basic  acoustic  equation  describes  wave  propagation  in  a  uniform  field  be¬ 
cause  the  characteristic  shear  flow  is  so  small.  Acoustic  refraction  is  observed  only  as  a  higher 
order  effect. 

3)  M  =  0(e).  This  is  the  case  most  frequently  encountered  in  an  operating  solid  propellant 
rocket  motor,  which  typically  has  an  axial  Mach  number  of  0(0.1)  and  a  pressure  oscillation 
of  1-2%  of  the  mean  value.  Numerical  studies  by  Baum  and  Levine  (1987)  are  also  concerned 
with  this  regime.  We  adopt  Pridmore- Brown’s  solution  form  for  traveling  acoustic  waves,  p  = 
F(k,  y)e‘('tr~<),  and  seek  plane-wave  mode  solutions.  Both  k.  and  the  amplitude  function  F  are 
expanded  in  terms  of  M.  The  boundary  conditions  are  determined  by  requiring  the  vertical 
acoustic  velocity  to  vanish  at  the  wall  (y  =  l)  and  the  centerline  of  the  flow  field  (y=0).  It  is  found 
that  when  the  wave  frequency  fl  <  0(1), 


F 

K 


1  -  A/(2fl2)  [  [  [uttWdri-  Vj  jf  U(y)dy 

1  -  M  I'  U(y)dy  +  0(.U2). 

Jo 


0(A/2), 


(12) 


The  above  solutions  agree  with  Hersh  and  Cation’s  (1971)  perturbation  results  to  O(M).  This 
shows  that  the  ad  hoc  type  of  linearized  solutions  in  the  earlier  literature  are  also  valid  to  O(M), 
for  the  case  when  e  -  M.  They  are  not  valid  at  the  next  order,  because  nonlinear  terms  of  0(M1) 
(cf.  Eqn.  (11))  are  not  included. 

Equations  (12)  show  explicitly  the  frequency  dependence  of  the  acoustic  pressure  distribution 
across  the  duct.  The  refraction  induced  pressure  variation  appears  as  an  O(M)  correction  term, 
which  increases  with  increasing  frequency  of  axial  acoustic  waves.  For  low  frequency  waves  the 
refraction  by  the  flow  gradient  becomes  quite  negligible.  In  a  typical  rocket  motor  of  diameter 
d'  =  O(lm),  acoustic  velocity  d  =  O(103m/j),  and  axial  acoustic  frequencies  in  the  range  100- 
2000Hz,  the  values  of  Q  are  of  order  unity  or  less.  The  acoustic  pressure  distortion  is  small  in 
general.  Large  refraction  effects  have  been  reported  in  the  earlier  literature  for  different  parameter 
value  ranges. 

Asymptotic  expansions  in  (12)  become  nonuniformly  valid  when  fl2  —  0(M~l).  In  this  high 
frequency  limit  the  problem  is  reformulated  by  using  a  scaled  frequency,  fi  =  A/1/,2fl.  The  k  and 
F  functions  are  shown  to  be  F(K.y)  =  F\(&,y)  +  O(M)  and  k  =  1  +  Mk2 ,  where  F\  and  k2  are 
determined  from  the  following  eigenvalue  problem, 

d2  F 

~^r  =  2n2  !*z  +  u(y))  f,;  f[(  o)  =  f[(  i)  =  o.  (13) 
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Obviously  the  acoustic  refraction  is  greatly  enhanced  for  higher  frequency  waves,  as  it  now  appears 
at  the  order  term.  Eqn.  (13)  is  similar  to  but  considerably  simpler  than  the  characteristic 

equation  for  wave  amplitude  in  the  earlier  literature  (e.g.,  Eqn.  (7)  in  Pridmore-Brown’i  study, 
1958).  The  Utter  is  in  fact  not  self-consistent  when  it  is  applied  to  the  current  situation  (e  =  Af ), 
because  it  contains  higher  order  linear  terms  while  ignoring  nonlinear  terms  of  the  same  order. 

One  important  conclusion  from  our  analysis  is  that  nonlinear  effects  are  always  negligibly 
small  during  the  low  Mach  number  mean  flow-acoustic  interactions.  The  discrepancy  between  the 
classical  linear  acoustic  theory  and  the  numerical  and  experimental  studies  indicated  by  Baum 
and  Levine  (1987)  may  be  caused  by  differences  in  flow  conditions,  especially  the  sensitive  physical 
parameters  such  as  the  mean  flow  Mach  number,  the  wave  amplitude  and  the  wave  frequency. 

The  perturbation  technique  is  also  applied  to  study  the  thin  acoustic  boundary  layer  near  the 
solid  wall  at  y  =  l.  The  boundary  layer  thickness  is  found  to  be  6  ~  (TULc)~xl2,  or  6 ’  ~  (id/w1)1^3 
in  dimensional  terms.  If  the  acoustic  variables  are  scaled  properly,  (2)-(6)  can  be  simplified  to 

yp  =  p  +  f ,  pt  +  u»  +  vn  =  0,  it  =  -p,  +  ti^, 

Pr,  =  0,  ft  =  -(7  -  !)(*»  +  ir,)  +  (14) 

where  tj  =  (1  -  y)/6  is  the  stretched  boundary  layer  coordinate  pointing  away  from  the  walL  The 
tilded  acoustic  quantities  are  defined  by 

u  =  Mu,  o  =  -{M6)v,  p=  1+  M2p,  p  =  1  4-  Ma7p,  T  =  1  +  MaT.  (15) 

The  acoustic  pressure  is  seen  to  be  uniform  across  the  boundary  layer,  equal  to  that  at  the  edge 
of  the  layer.  The  viscous  and  thermal  dissipation  effects  are  responsible  for  acoustic  energy  losses. 
Eqns.  (14)  must  satisfy  no-slip  condition  and  appropriate  thermal  conditions  on  the  duct  walL  The 
mean  flow  effects  are  exerted  through  the  core  solutions,  that  must  be  matched  at  the  outer  edge 
of  the  boundary  layer.  In  particular,  the  equation  for  the  horizontal  acoustic  velocity  is  decoupled 
from  others  because  p  ~  p(*,  t,  y  -»  1)  is  known.  A  separable!  solution  form  for  traveling  waves, 
compatible  with  that  in  the  core,  can  be  obtained. 

Our  analysis  shows  that  in  a  quasi-static  oscillatory  acoustic  system,  the  acoustic  boundary 
layer  is  of  constant  thickness;,  and  a  self-similar  horizontal  velocity  profile  exists  across  the  layer. 
The  variation  of  boundary  layer  structure  and  the  formation  of  new  boundary  layers  observed  by 
Baum  and  Levine  (1987)  are  possibly  only  transient  phenomena,  of  importance  on  the  very  short 
time  scale  for  which  their  initial-boundary  value  problems  are  solved. 
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SUMMARY: 

This  research  effort  is  directed  at  understanding  the  energy  exchange  mechanisms 
between  the  mean  and  the  acoustic  flow  fields  in  a  solid  propellant  combustion  chamber. 
A  numerical  investigation  is  conducted  in  which  acoustic  wave  propagation  in  a  tube  in 
which  the  mean  flow  is  injected  through  the  lateral  boundary,  simulating  the  flow  in  a 
solid  propellant  rocket  combustor,  was  modeled  (Fig  1).  The  time-dependent  compressible 
Reynolds-averaged  Navier-Stokes  equations  were  solved  using  a  non-iterative  Linearized 
Block  Implicit  scheme.  Acoustic  waves  were  initiated  at  the  upstream  boundary  as  down¬ 
stream  traveling  compression  waves.  The  traveling  waves  initially  traversed  the  injection 
zone  and  then  the  hard  wail  zone  of  the  tube.  The  computations  utilized  three  different  in¬ 
jection  Mach  numbers,  simulating  three  different  propellant  burn  rates,  and  three  different 
acoustic  wave  frequencies. 

Complex  wave  evolution  phenomena  were  demonstrated  as  the  wave  propagated  down¬ 
stream  near  the  injection  surface.  The  acoustic  signal  propagated  faster  inside  the  acoustic 
boundary  layer  than  outside.  Consequently,  the  axial  acoustic  velocity  transition  near  the 
injection  surface  occured  ahead  of  the  transition  outside  the  acoustic  boundary  layer, 
demonstrating  a  continuously  varying  phase  relation  between  the  axial  acoustic  velocity 
and  the  acoustic  pressure  near  the  injection  surface  (Fig  2).  This  phase  difference  varied 
with  both  injection  Mach  number  and  acoustic  wave  frequency.  To  complicate  matters,  it 
was  shown  that  the  flow  in  the  acoustic  boundary  layer  changed  significantly  with  propa¬ 
gation  distance  from  the  upstream  boundary  (Fig  3).  It  is  noted  that  the  flow  inside  the 
acoustic  boundary  layer  is  controlled  by  the  interaction  between  the  mean  and  the  acoustic 
flow  fields,  and  that  the  mean  flow  varies  with  distance  from  the  upstream  boundary.  It  is 
thus  concluded  that  a  proper  simulation  of  the  interaction  between  the  flow  in  a  combustor 
and  the  combustion  of  the  solid  propellant,  the  so  called  velocity  coupling  effect,  requires 
the  coupling  of  the  instantaneous  local  flow  field  with  the  propellant  combustion  model. 
The  temporal  and  spatial  evolutions  of  both  the  mean  and  the  acoustic  flow  fields  must  be 
properly  included.  Thus,  averaged  or  linearized  models  that  do  not  model  these  processes, 
would  yield  erroneous  solutions. 

The  rms  acoustic  boundary  layer  thickness  at  the  same  wavelength  distance  from  the 
upstream  boundary  increased  with  blowing  rate  and  decreased  with  frequency.  The  large 
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variation  in  acoustic  boundary  layer  thickness  (rms)  as  a  function  of  propagation  distance 
from  the  upstream  boundary  and  the  local  mean  flew  demonstrate  that  it  is  impossible  to 
obtain  a  unique  acoustic  boundary  layer  thickness  value  for  any  of  these  flows.  Instead, 
it  is  necessary  to  compare  acoustic  boundary  layer  thicknesses  under  identical  mean  flow 
conditions. 

The  instantaneous  axial  acoustic  velocity  contours  demonstrated  significant  mean  ve¬ 
locity  shifts  that  resulted  in  distortion  of  the  initially  harmonic  acoustic  signal.  In  addi¬ 
tion,  examination  of  the  time  averaged  solution  demonstrated  large  vorticity  production 
and  acoustic  streaming  phenomena.  Results  obtained  demonstrated  that  while  the  instan¬ 
taneous  vorticity  produced  eddies  near  the  wall  which  followed  the  local  radial  derivative 
of  the  axial  acoustic  velocity,  the  time  averaged  vorticity  contours  exhibit  eddies  which 
correspond  to  the  interaction  of  the  acoustic  flow  with  the  highest  shear  zones  of  the  mean 
flow. 

Finally,  the  time  averaged  axial  energy  flux  values  were  integrated  over  radial  planes 
to  calculate  the  axial  dissipation  of  acoustic  energy  as  the  wave  propagated  over  the  in¬ 
jection  zone.  The  results  demonstrated  higher  energy  dissipation  rates  for  upstream  wave 
propagation  than  for  downstream  propagation,  increased  dissipation  with  frequency  and 
with  injection  rates  through  the  lateral  boundary  (Fig  4),  and  decreased  dissipation  rate 
with  axial  propagation  distance  (Fig  5).  The  results  also  showed  that  these  higher  dissipa¬ 
tion  rates  resulted  mainly  due  to  higher  viscous  dissipation  within  the  acoustic  boundary 
layer,  helping  to  pinpoint  the  source  of  the  flow  turning  loss  mechanism. 
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Fig  1.  Computational  Grid. 
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Fig  2.  Time  Evolution  of  Axial  Acoustic  Velocity  Near  the  Injection  Surface,  f=2000  Hz, 
Minj  =  0.0022:  a)  Transition  from  Minimum  to  Maximum;  b)  Transition  from  Maximum 
to  Minimum. 
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Fig  3.  Axial  Evolution  of  RMS  Axial  Acoustic  Velocity  Near  the  Injection  Surface 
f=1000  Hz,  =  0.0044. 
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Fig  4.  Comparison  of  the  Axial  Distribution  of  Time  Av-  Fig  5.  Comparison  of  the  Axial  Distribution  of  Time  Aver- 

eraged  Acoustic  Energy  Flux:  a)  Injection  Mach  Number  aged  Acoustic  Energy  Flux  Rates:  a)  Injection  Mach  Num- 

Dependence;  b)  Frequency  Dependence.  her  Dependence;  b)  Frequency  Dependence. 
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Sim*ary/Overvi  ear 

The  objective  of  this  study  is  to  develop  an  understanding  of  the  funda¬ 
mental  mechanisms  through  which  axial  instabilities  in  solid  propellant  rocket 
motors  are  driven  by  gas  phase  processes  in  the  rocket  combustion  chamber. 
Laboratory  simulations  of  unstable  solid  rocket  motors,  in  which  premixed  and 
diffusion  flames  stabilized  on  the  side  wall  of  a  duct  are  exposed  to  axial 
acoustic  oscillations,  have  been  investigated.  To  date,  the  manner  in  which 
the  stabilized  flames  drive  the  acoustic  oscillations  has  been  clarified  and 
theoretical  models  of  this  interaction  have  been  developed.  Future  studies 
will  investigate  the  effect  of  flow  turning  on  the  axial  instabilities  and 
determine  its  importance  relative  to  the  flame  driving  processes. 

Technical  Discussion: 

Flow  processes  which  occur  near  a  propellant  surface  during  unsteady 
burning  are  shown  in  Fig.  1.  During  an  instability,  unsteady  heat  transfer 
from  the  gas  phase  flame  to  the  solid  propellant  results  in  an  unsteady 
pyrolysis  of  the  solid  propellant.  The  latter  produces  an  oscillatory  flow 
rate  of  pryolysis  products  which  burn  in  a  gas  phase  flame  next  to  the  propel¬ 
lant  surface.  The  gas  phase  flame  generally  includes  features  of  both  pre¬ 
mixed  and  diffusion  flames.  The  velocity  of  the  combustion  products  is,  in 
most  cases,  almost  completely  radial.  However,  as  these  gases  approach  the 
combustor  core  flow,  their  flow  direction  changes  from  radial  to  axial. 

The  onset  and  maintenance  of  an  axial  instability  depends  upon  the  inter¬ 
action  between  the  acoustic  motions  and  the  above  described  processes.  The 
gas  phase  flame  drives  the  instability  according  to  Rayleigh's  criterion, 
that  is,  unsteady  heat  release  in  phase  with  the  acoustic  pressure  oscilla¬ 
tions  £eeds  energy  into  the  acoustic  motions.  On  the  other  hand,  it  has  been 
argued^  that  flow  turning  would  damp  the  instability  since  the  unsteady  axial 
momentum  acquired  by  the  gases,  which  leave  the  flame  radially,  is  supplied  by 
the  axial  acoustic  field. 

The  present  research  program  is  concerned  with  elucidating  the  fundamental 
mechanisms  involved  in  these  driving  and  damping  processes.  Conceptually,  the 
program  may  be  divided  into  three  parts.  The  first  two  parts  deal  with  the 
problem  of  instability  driving/damping  by  the  gas  phase  flame,  and  the  third 
part  deals  with  the  problem  of  flow  turning.  It  has  been  noted  that  the  gas 
phase  flame  has  both  premixed  and  diffusion  flame  characteristics.  Therefore, 
Phase  I  deals  with  premixed  flame  -  acoustic  waves  interaction  and  Phase  II  is 
concerned  with  diffusion  flame  -  acoustic  waves  interactions.  To  date,  the 
investigations  under  Phase  I  have  been  completed  and  the  Phase  II  investiga¬ 
tions  are  near  completion.  Phase  III  will  commence  shortly. 
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Laboratory  investigations  of  these  interactions  have  been  studied  in  the 
specially  developed  experimental  set  up,  see  Fig.  2.  It  consists  of  a  rectan¬ 
gular  duct  with  a  burner  located  on  one  of  the  side  walls.  The  figure  depicts 
the  diffusion  flame  burner  used  for  the  Phase  II  studies.  For  Phase  I  inves¬ 
tigations,  a  premixed  flat  flame  burner  was  employed.  During  an  experiment, 
the  acoustic  drivers  excite  an  axial  acoustic  wave  of  desired  frequency  and 
amplitude  in  the  duct.  The  interactions  of  the  diffusion  flames  with  the 
excited  sound  wave  are  then  investigated. 

Experimental  efforts  have  included  high  speed  cinematography,  optical  CH 
radiation  and  temperature  measurements  and  LDV  velocity  measurements.  These 
measurement  systems  have  been  utilized  to  determine  the  flame  shapes,  heat 
release  rates  and  velocity  field  under  a  variety  of  excitation  conditions.  In 
addition,  theoretical  models  of  the  unsteady  flame  behavior  have  been 
developed.  The  premixed  flame  (Phase  I)  studies  have  been  described  in  detail 
in  earlier  reports'1;  here,  the  studies  conducted  to  date  with  the  diffusion 
flames  are  summarized. 

A  schematic  of  the  developed  diffusion  flame  is  shown  in  Fig.  3.  Fuel  and 
oxidizer  are  injected  through  alternate  slots  and  diffuse  towards  each  other. 
A  diffusion  flame  is  formed  at  approximately  the  stoichiometric  surface.  The 
sidewall  location  is  defined  by  Y=0  and  the  flame  height  is  denoted  by  Y=  Y^. 

From  high  speed  shadowgraph  visualizations,  it  was  determined  that  the 
diffusion  flames  oscillate  axially  under  the  influence  of  a  longitudinal 
acoustic  field  and  the  frequency  of  oscillation  coincides  with  the  frequency 
of  the  excited  wave.  Measurements  of  the  CH  radiation  emitted  by  the  flames 
have  also  been  made  as  they  are  indicative  of  the  heat  release  rates. 
Initially,  the  overall  heat  release  rate  oscillations  were  measured  by  measur¬ 
ing  the  CH  radiation  from  the  entire  flame.  It  was  found  that  the  phase  of 
the  heat  release  rate  with  respect  to  the  pressure  oscillations  was  frequency 
dependent.  Using  Rayleigh's  criterion,  it  was  then  shown  that  the  flame 
driving/damping  is  also  frequency  dependent. 

Next,  the  radiation  from  thin  "slices"  of  the  flame  parallel  to  the  X-axis 
(see  Fig. 3)  was  measured  to  determine  the  spatial  distributions  of  the  heat 
release  rate.  For  example,  Fig.  4  plots  the  real  part  of  the  cross  spectrum 
between  the  radiation  and  pressure  oscillations  from  thin  slices  of  the  flame 
at  different  Y  locations  for  an  excitation  frequency  of  500  Hz.  When  this 
quantity  is  positive,  the  unsteady  heat  release  rate  feeds  energy  into  the 
acoustic  motions  and  vice  versa.  Therefore,  it  may  be  seen  that  different 
regions  of  the  flame  may  either  drive  or  damp  the  oscillations. 

Similar  results  have  also  been  obtained  from  the  developed  theoretical 
model.  It  is  based  upon  a  modified  Burke-Schumann  type  of  analysis  and  it  has 
also  shown  that  different  regions  of  the  flame  may  either  drive  or  damp  the 
acoustic  oscillations.  This  is  described  in  Fig.  5.  The  plot  shows  the 
computed  values  of  the  real  part  of  the  cross  spectrum  between  the  normal 
velocity  fluctuation,  v' ,  and  the  pressure  oscillations,  p ’ ,  summed  over  the 
axial  (X)  extent  of  the  flame  region  for  different  Y  locations  for  simulated 
excitation  conditions.  In  regions  where  this  quantity  increases  (i.e.,  its 
slope  with  respect  to  Y  is  positive),  energy  is  fed  into  the  axial  acoustic 
oscillations  and  vice  versa. 
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Current  studies  are  aimed  at  validating  the  model  by  comparing  its  predic¬ 
tions  with  experimental  observations.  Subsequently,  the  effects  of  flow 
turning  on  the  axial  instabilities  will  be  investigated. 
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FIG.  I.  FLOW  PROCESSES  IN  THE  VICINITY  OF  A  BURNING  SOLID  PROPELLANT 
EXPOSED  TO  AXIAL  OSCILLATIONS. 


FIG.  2 


CHEMATIC  OF  THE  OEVELOPED  EXPERIMENTAL  SET-UP  TO  INVESTIGATE 
HE  INTERACTIONS  BETWEEN  GAS  PHASE  DIFFUSION  FLAMES  AND  LONGI¬ 


TUDINAL  ACOUSTIC  FIELDS. 


Y 


FIS.  3  A  SCHEMATIC  OF  THE  DEVELOPED  DIFFUSION  FLAME. 


FIS.  4.  MEASURED  VALUES  OF /REAL  p*q'  dx  AS  A  FUNCTION  OF  FLAME  HEIGHT 
FOR  AM  EXCITATION  FREQUENCY  OF  500  Hz. 


FIS.  5.  COMPUTED  VALUES  OF  /lEAL  TV  dx  AS  A  FUNCTION  OF  FLAME  HEIGHT 
FOR  SIMULA TFO  EXCITATION  CONDITIONS. 


FRACTAL  IMAGE  COMPRESSION  OF  RAYLEIGH,  RAMAN, 
LIF  AND  LV  DATA  IN  TURBULENT  REACTING  FLOWS 
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SUMMARY/OVERVIEW 

The  objective  of  this  study  is  to  increase  our  understanding  of,  and  to 
create  a  data  base  for,  a  complex,  reacting,  turbulent  flow  with  recirculation. 
In  addition,  it  is  our  goal  to  develop  new  methods  for  analyzing  data  obtained 
in  experiments  of  short  run  times  and  with  limited  data  rates.  Furthermore,  an 
analytical  model  of  the  flow  field  is  being  developed  and  compared  with  the 
data  as  they  are  being  obtained.  The  reacting  flow  which  is  being  investigated 
is  that  over  a  backward  facing  step  with  fuel  injection  through  a  porous  plate 
which  forms  the  floor  behind  the  step.  The  diagnostics  used  include  laser 
Doppler  velocimetry,  Rayleigh  scattering  and  Raman  spectroscopy.  Laser  induced 
fluorescence  measurements  will  also  be  carried  out.  The  data  are  being  analyzed 
using  fractal  image  compression  techniques  involving  affine  maps. 

TECHNICAL  DISCUSSION 

The  work  under  this  contract  can  be  divided  into  three  interrelated  parts: 
1.  to  generate  a  data  base  of  velocity,  injectant  concentration,  temperature 
and  OH  radical  concentration  in  a  highly  complex,  turbulent,  reacting  flow 
field,  2.  to  compare  the  experimental  data  with  the  results  from  a  modified  k-c 
model  for  this  turbulent  reacting  flow  and  3.  to  use  fractal  analysis  to  filter 
the  noise  from  the  data  and  to  interpolate  between  a  limited  number  of  rela¬ 
tively  widely  spaced  (in  time)  data  points. 

The  need  for  the  first  two  objectives  is  self-evident.  This  flow  field  was 
selected  because  it  is  similar  to  that  encountered  in  the  flame  stabilization 
region  of  a  solid  fuel  ramjet.  However,  the  solid  fuel  has  been  replaced  by  the 
injection  of  hydrogen  through  the  porous  plate  in  order  to  generate  the  "clean" 
flow  field  necessary  for  optical  diagnostics. 

The  need  for  the  third  objective  arises  when  data  can  only  be  obtained  at 
a  finite  rate  for  a  limited  time.  This  issue  becomes  critical  if  the  time 
interval  between  data  points  exceeds  the  shortest  characteristic  time  of  the 
flow.  The  problem  is  further  complicated  if  the  treatment  of  joint  properties 
of  data  is  required.  Such  circumstances  exist  in  the  present  investigation.  The 
data  rate  of  the  Raman  experiment  is  limited  by  the  maximum  firing  rate  of  the 
pulse  laser  (5Hz).  The  rate  is  further  decreased  for  simultaneous  velocimetry  - 
Raman  measurements  since  laser  triggering  must  await  the  arrival  of  a  seed 
particle  in  the  test  region.  In  addition,  run  times  are  limited  to  a  few 
minutes  in  order  to  avoid  buckling  of  the  porous  plate  in  the  presence  of  the 
high  temperature  flow.  Nevertheless,  a  large  number  of  data  points  are  required 
at  each  location  in  order  to  fully  characterize  this  highly  turbulent  flow 
field.  A  fractal  reconstruction  of  the  variation  of  the  measured  quantities 
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from  a  limited  number  of  measured  data  points  would,  therefore,  be  of  great 
assistance.  Since  covariances  of  different  properties  are  also  required  to 
fully  describe  the  flow,  this  problem  lends  itself  to  a  full  treatment  of 
fractal  reconstruction. 

Velocity,  concentration  and  their  covariance  in  the  cold  (i.e.  non  react¬ 
ing)  flow  were  measured  using  combined  LDV  -  Diyleigh  scattering  during  a 
previous  contract.  During  this  time,  a  modified  k-e  code  was  developed  which 
was  used  to  predict  the  flow  field.  Good  agreement  was  obtained  between  the 
theoretical  and  experimental  results.  The  results  of  this  work  were  published 
in  the  open  literature. 

During  the  early  stages  of  the  present  contract  the  measurements  of 
covariance  of  velocity  and  concentration  in  the  cold  flow  were  improved  and 
completed.  In  addition,  preliminary  velocity  measurements  were  carried  out  in 
the  axial  direction  of  the  flow  field  with  combustion.  Furthermore,  the  Raman 
system  was  readied  for  operation.  On  the  theoretical  side,  work  on  the  reacting 
turbulent  flow  code  with  finite  reaction  rates  was  continued.  The  results  of 
this  model  were  compared  with  the  experimental  data  and  with  visual  observa¬ 
tions.  Unfortunately  two  serious  discrepancies  were  noted: 

-  the  model  predicted  a  shortening  of  the  recirculation  region  upon  the 
introduction  of  combustion  while  a  lengthening  was  actually  observed  and 
measured. 

-  the  model  predicted  a  flame  region  close  to  the  porous  floor  while  a  flame 
attached  to  the  lip  of  the  step  was  actually  observed. 

Additional  work  on  the  model  was,  therefore,  called  for. 

Ouring  the  first  year  of  the  present  contract  fractal  based  techniques 

were  developed  to  interpolate  between  sparse  data  points  in  order  to  provide 
improved  information  on  moments  of  pdf's.  During  the  current  year  these 
techniques  have  been  refined  and  applied  to  many  data  sets.  An  example  of  a 
fractal  reconstruction  of  decimated  data  from  a  Rayleigh  scattering  measurement 
is  shown  in  Fig.  1.  Excellent  results  have  been  obtained  when  neighboring  data 
points  have  some  correlation  with  each  other.  However,  when  dealing  with  a 
Raman  trace  of  uncorrelated  data  points,  good  results  are  not  obtained.  The 
root  cause  of  this  problem  has  been  investigated  and  is  believed  to  lie  in  the 
self-affine  nature  of  the  fractals  used.  That  is,  in  Fig.  1  a  magnified  piece 
of  the  fractal  fit  is  shown,  and  it  contains  some  high  frequency  information 

which  cannot  exist  on  the  true  data  trace.  Its  origin  is  in  the  mathematical 

mapping  procedure  used.  Current  work  is  attempting  to  overcome  this  problem  by 
use  of  a  more  powerful  technique  known  as  hidden  variable  fractal  interpola¬ 
tion. 


Also  accomplished  during  the  past  year  was  an  investigation  into  the 
fractal  character  of  the  data  traces  used.  Invented  was  the  multi  fractal  pdf 
which  inquires  into  the  distribution  of  fractal  dimensions  along  a  data  trace. 
This  information  was  compared  with  the  multifractal  spectrum,  generated  by 
inquiring  into  the  generalized  dimensions  of  the  data  traces.  It  was  concluded 
that  the  multifractal  pdf  has  some  use  in  filtration  of  data  but  that  the 
multifractal  spectrum  is  not  a  particularly  useful  tool  for  gaining  insight 
into  the  physical  origin  of  the  data. 


During  the  current  contract  year  the  turbulent  reacting  flow  field  was 
mapped  using  Raman  scattering.  In  addition,  vertical  mean  velocities  and 
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turbulence  intensities  were  measured  at  different  locations  in  the  reacting 
flow.  Hydrogen  is  used  as  a  fuel  since  it  results  in  a  more  one  dimensional 
flame.  In  addition,  hydrocarbon  flames  would  emit  a  complicated  spectrum,  parts 
of  which  are  known  to  interfere  with  the  Raman  Stokes  and  Anti-Stokes  lines. 
The  fuel  flow  was  diluted  with  argon.  In  this  way,  the  local  nitrogen  concen¬ 
tration  in  the  flow  field  is  indicative  of  the  fraction  of  gas  at  that  point 
which  originated  from  the  air  inlet,  i.e.  of  the  degree  of  mixing. 

The  intensity  of  the  rotational  Stokes  line  of  nitrogen  was  measured  at 
different  locations  in  the  flow.  This  intensity  is  proportional  to  the  number 
of  nitrogen  molecules  in  the  test  volume.  The  number  density  of  nitrogen 
molecules  is  determined  by  two  factors:  1.  the  local  mixture  fraction  of 
nitrogen  originating  from  the  flow  through  the  inlet  and  2.  the  local  tempera¬ 
ture.  In  order  to  differentiate  between  the  two  effects,  the  argon  diluent  was 
replaced  by  nitrogen.  Preliminary  tests  have  shown  that  this  did  not  measurably 
change  the  distribution  of  the  nitrogen  Stokes  line  intensities.  It  seems, 
therefore,  that  the  observed  changes  in  the  number  densities  of  nitrogen  are 
predominantly  due  to  the  effects  of  temperature.  For  this  reason,  the  results 
of  the  Raman  Stokes  measurements  are  presented  in  terms  of  temperature  changes 
in  this  report. 

Representative  samples  of  the  Raman  results  are  shown  in  Fig.  2.  The 
vertical  distributions  of  mean  temperature  at  various  axial  locations  indicate 
the  flame  front  (i.e.  region  of  maximum  temperature)  is  generally  positioned 
about  one  half  of  one  step  height  above  the  porous  floor.  This  is  in  good 
agreement  with  visual  observations  but,  as  mentioned  above,  not  with  the 
results  of  the  model.  In  addition,  the  mean  temperature  in  the  recirculation 
region  becomes  quite  uniform  in  the  downstream  direction.  At  this  particular 
station  in  the  tunnel,  the  flame  may  have  ceased  at  seven  step  heights  down¬ 
stream  of  the  step.  The  vertical  distributions  of  the  RMS  values  of  the 
temperature  fluctuations  at  the  corresponding  axial  locations  are  also  shown  in 
Fig.  2.  The  magnitudes  of  these  RMS  values  are  related  to  turbulent  mixing  of 
the  cold  reactants  with  the  hot  products,  variations  in  heat  transfer  and, 
possibly,  fluctuations  in  reaction  rates.  The  regions  of  maximum  temperature 
RMS  values  coincide  with  the  areas  of  steep  temperature  gradients  near  the 
upper  edge  of  the  flame.  In  addition,  temperature  RMS  values  become  quite  small 
in  the  post  reattachment  region. 

Vertical  velocity  profiles  at  three  axial  locations  are  shown  in  Fig.  3. 
Vertical  mean  velocities  are  generally  downward.  This  is  to  be  expected  since 
the  flow  expands  over  the  backward  facing  step.  However,  the  relatively  large 
magnitude  of  the  downward  component  of  the  flow  near  the  floor  is  somewhat 
surprising.  Also,  as  expected,  the  magnitude  of  the  downward  component  of 
velocity  immediately  behind  reattachment  is  considerably  smaller  than  that  in 
the  recirculation  region.  The  RMS  values  of  the  vertical  velocities  are 
greatest  in  the  vicinity  of  the  flame  region. 

The  discrepancies  between  the  results  of  the  model  and  the  experimental 
observations  were  further  investigated.  Since  the  model  does  not  account  for 
heat  losses  to  the  floor,  it  was  decided  to  compensate  by  slightly  increasing 
the  fuel  flow  rate.  It  was  determined  that  if  the  fuel  flow  rate  is  doubled  the 
flame  front  does,  indeed,  jump  to  the  experimentally  indicated  position.  The 
nature  of  this  transition  is  currently  being  further  investigated. 
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SUMMARY/OVERVIEW: 

Investigations  of  the  flowfield  structure  inside  a  rocket  nozzle  and  in  plume  flow 
exhausting  into  a  low  density  background,  and  the  process  of  vibrational  state  relaxation  of 
rocket  exhaust  plume  effluents  is  being  investigated  using  a  variety  of  experimental  and 
theoretical  techniques.  A  high  energy  atmospheric  simulator  is  also  being  developed  to  be 
used  to  investigate  the  interaction  of  high  speed  oxygen  atoms  with  plume  gases  and 
spacecraft  materials.  A  detailed  understanding  of  the  important  physical  processes 
responsible  for  the  production  of  ultraviolet  and  infrared  emission  from  high  altitude  liquid 
rocket  motors  is  the  primary  goal  of  these  studies.  At  present,  the  prediction  of  plume 
signatures  relies  on  empirical  assumptions  about  the  flowfield  structure  and  molecular 
excitation  and  relaxation  processes.  This  research  is  aimed  at  delineating  some  of  the  most 
important  basic  flowfield  and  collisional  processes  in  rarefied  expansion  flows. 

TECHNICAL  DISCUSSION: 

In  order  to  accomplish  these  stated  goals,  a  series  of  investigation  is  being  carried 
out  to  obtain  information  on  the  process  of  boundary  layer  expansion  from  nozzles  into  a 
1  ,w  density  background.  The  expansion  of  the  boundary  layer  as  the  flow  approaches  the 
'  ozzle  lip  is  a  complex  gas  dynamic  problem  which  can  be  complicated  by  the  rarefaction 
rr  the  flow  to  densities  and  temperatures  at  which  the  translational  mode  of  the  gas  can 
become  non-equilibrium.  The  gas  that  originates  in  the  boundary  layer  is  the  primary 
source  of  flux  into  the  higher  angles  (>60°)  which  can  (1)  interfere  with  optical  detectors  on 
u  spacecraft  via  radiation  in  the  visible,  UV,  or  IR,  (2)  contaminate  spacecraft  surfaces,  or 
(3)  collide  with  the  high  velocity  freestream  species  to  produce  excitation  of  electronic, 
ibrational  or  rotational  molecular  energy  levels  which  can  then  radiate.  The  chemical  state 
i  f  this  boundary  layer  gas  will  depend  critically  on  the  structure  of  the  flowfield  inside  and 
«.  utside  of  the  nozzle. 

An  experimental  study  is  being  conducted  using  a  0°  halfangle  nozzle  (tube)  inside  a 
•  icuum  chamber.  Optical  diagnostics  of  the  flowfield  is  being  accomplished  using  the 
e  ectron  beam  fluorescence  technique.  The  boundary  layer  is  being  mapped  at  various 
positions  inside  the  tube  and  immediately  outside  the  tube  exit  plane.  These  results  will  be 
compared  to  theoretical  predictions  of  the  low,  using  both  continuum  Navier-Stokes 
techniques  and  the  direct  simulation  Monte-Carlo  technique,  which  can  predict  flowfields 
when  non-continuum  conditions  apply. 

The  other  primary  thrust  of  this  work  is  an  investigation  of  the  process  of 
vibrational  relaxation  of  plume  species  in  vacuum  expansion  flows.  The  basic  phenomena 
of  vibrational  relaxation  in  expansion  flows  is  being  investigated  via  modeling  and 
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experimental  work  using  free  jets.  To  date,  the  flowfield  and  vibrational  relaxation  process 
have  been  investigated  separately.  Theoretical  Monte-Carlo  modeling  results  of  the 
flowfield  structure  inside  a  stagnation  region,  out  into  tubes  of  various  lengths,  and  finally 
in  the  free  jet  expansion  have  shown  that  the  detailed  geometry  of  the  stagnation  region  and 
tube  combination  can  have  significant  effects  on  the  external  flowfield.  This  is  illustrated  in 
Figs.  1  and  2,  in  which  the  velocity  profile  at  the  entrance  to  the  orifice  tube  from  the 
stagnation  region  and  the  total  flux  out  of  the  orifice  are  shown  for  a  range  of  orifice  tube 
lengths  for  argon  gas.  The  tube  length  is  seen  to  have  a  significant  effect  on  the  magnitude 
and  2-dimensional  profile  of  the  gas  velocity. 

The  vibrational  relaxation  work  has  used  a  rate  equation  modeling  technique  to  track 
the  vibrational  levels  of  various  gases  with  various  starting  population  distributions 
expanding  in  a  free  jet.  It  has  been  demonstrated  that  the  final  "frozen"  vibrational 
population  distribution  of  plume  gases  can  be  highly  non-equilibrium  with  a  large  amount 
of  population  in  higher  vibrational  levels.  Some  of  these  results  are  shown  in  Fig.  3, 
where  the  final  vibrational  population  distribution  for  a  CO  isentropic  expansion  after 
collisional  relaxation  in  the  vibrational  levels  has  ended  is  shown  for  a  series  of  stagnation 
densities  and  excitation  positions  in  the  jet  (all  population  is  initially  in  v=l).  Experimental 
measurements  of  vibrational  level  populations  of  electric  discharge  heated  gases  in  free  jets 
are  presently  being  conducted. 


Fig.  1  Radial  velocity  distribution  at  stagnation  region  exit  for  various  orifice  tube  lengths. 
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Fig.  2  Total  flux  through  stagnation  region  exit  plane  for  different  tube  lengths. 
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Fig.  3  Vibrational  population  distribution  for  isentropic  CO  expansion.  Dependence  on 
stagnation  number  density  and  position  of  initial  excitation.  Also  shown  is  Boltzmann 
equilibrium  distributions  for  300  and  2000  K. 
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Advancements  in  Plasma  Propulsion 
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INTRODUCTION 

Applied  and  self  field  MPD  (magnetoplasmadynamic)  thrusters 
will  be  covered  in  this  report.  Both  thrusters  consist  of  a 
cylindrical  discharge  chamber  with  a  center  mounted  cathode  and 
annular  anode.  Propellant  gas  is  injected  through  a  back  plate. 
An  arc  discharge  ionizes  the  gas  and  a  JxB  distributed  body  force 
(J  is  the  current,  B  the  magnetic  field)  provides  the 
acceleration,  although  at  low  currents  and  high  mass  flows 
electrothermal  forces  become  significant.  The  magnetic  field  can 
either  be  externally  applied  or  self  generated  by  the  arc 
discharge . 

Future  DOD  applications  being  considered  for  MPD  thrusters 
include  orbit  raising  heavy  payloads  (10s  to  100s  of  thousands  of 
kilograms)  from  low  earth  orbit  to  geosynchronous  earth  orbit. 

100  kW  to  megawatts  of  electrical  power  are  required  to  achieve 
transfer  times  of  months.  Electric  propulsion  systems  will  need 
total  impulse  capabilities  of  107  to  108  N-s.  Potential  NASA 
requirements  include  multimegawatt  cargo  vehicle  missions  from 
earth  to  Mars,  earth  to  Moon  and  Moon  to  Mars,  with  a  total 
impulse  requirement  of  108  to  109  N-s. 

THRUSTER  OPERATION 

Applied  and  self  field  MPD  thrusters  have  been  studied  for 
over  20  years-  quite  extensively  in  the  1960s,  at  reduced  levels 
in  the  1970s  and  early  1980s,  and  again  more  extensively  when  the 
prospects  of  higher  space  power  levels  (10s  kW,  100s  kW, 
megawatts)  and  energetic  orbit  raising  and  planetary  missions 
became  a  possibility. 

In  the  electromagnetic  mode,  thrust  is  proportional  to  J2 
for  self  field  thrusters,  and  JxB  for  applied  field  thrusters. 
Specific  impulse  is  proportional  to  J2/Mdot  (self  field)  and 
JxB/Mdot  (applied  field)  where  Mdot  is  the  propellant  mass  flow 
rate.  In  self  field  thrusters,  specific  impulse  is  limited  by  a 
critical  value  of  J2/Mdot  called  onset,  above  which  arc  column 
instabilities  lead  to  a  significant  increase  in  cathode  and 
insulator  erosion.  At  low  current  levels,  or  more  precisely  low 
J2/Mdot,  where  electrothermal  forces  predominate,  the  above 
expressions  for  performance  do  not  apply. 

MPD  propulsion  has  two  foremost  loss  mechanisms.  One  is  the 
anode  fall  loss  and  the  other  is  the  frozen  flow  loss.  Thruster 
thermal  efficiency  is  to  first  order  determined  by  the  relative 
magnitudes  of  the  anode  fall  potential  and  the  voltage  across  the 
plasma,  hence  efficiency  tends  to  increase  with  power.  Frozen 
flow  losses  include  ionization,  excitation  and  thermal  losses, 
and  represent  power  deposited  in  the  plasma  which  is  not 
recovered . 


Applied  Field 


Applied  field  MPD  thrusters  have  been  operated  over  a  range 
of  a  few  10 's  kilowatts  to  100  kW+  power  levels.  The 
acceleration  mechanism  is  quite  complex,  involving  components  of 
the  applied  magnetic  field,  self  induced  magnetic  field,  arc 
discharge  current  and  Hall  currents,  which  excite  a  number  of 
thrust  modes,  including  direct  axial  thrust  (blowing),  radial 
compression  of  the  cathode  tip,  bulk  plasma  magnetic  swirl,  and 
electrothermal  thrust.  Applied  magnetic  fields  enhance 
performance.  The  greatest  enhancements  occur  at  the  lower  power 
levels  where  self  induced  magnetic  field  strength  is  low. 

Applied  magnetic  fields  are  typically  0.1  to  0.2  Tesla,  and 
enable  low  power  engines  to  operate  at  specific  impulses  typical 
of  megawatt  level  operation,  i.e.  a  few  thousand  seconds.  In 
some  cases  it  has  been  shown  that  applied  fields  improve  specific 
impulses  of  MW  class  engines,  but  more  information  is  needed  to 
determine  if  applied  fields  are  necessary. 

A  typical  performance  range  for  hydrogen  applied  field 
thrusters  range  from  15%  to  40%  efficiency  and  1500  to  3500 
seconds  specific  impulse  at  low  powers,  and  to  40%  to  70% 
efficiency  and  3500  to  2000  seconds  specific  impulse  at  high 
powers.  Low  powers  are  20  to  80  kW,  and  high  powers  are  80  to 
160  kW.  Heavier  propellants  tend  to  have  lower  efficiencies  and 
lower  specific  impulses. 

Cathode  erosion  tends  to  be  less  of  an  issue  with  an  applied 
field  thruster  than  with  a  self  field  thruster  because  of  lower 
currents.  Also,  there  is  evidence  that  an  applied  field  enhances 
anode  life  by  forcing  the  current  to  attach  over  a  more  diffuse 
region  rather  than  in  localized  spots.  The  longest  total  impulse 
demonstrations  to  date  have  been  106  N-s  for  applied  field 
operation,  and  104  N-s  for  self  field.  Both  performance  levels 
are  several  orders  of  magnitude  lower  than  DOD  and  NASA 
requirements . 

Self  Field 

Self  field  MPD  thrusters  run  at  higher  currents  than  applied 
field  thrusters,  in  order  to  generate  sufficient  magnetic  field 
strength;  thrust  -  J2  .  Current  levels  are  typically  several 
thousands  to  several  tens  of  thousands  amperes  and  power  levels 
are  several  100s  of  kilowatts  to  megawatts.  The  acceleration 
process  is  less  complex  .i  an  in  applied  field  engines.  There  are 
effectively  three  components  of  thrust:  direct  thrust  (blowing) 
due  to  the  radial  component  of  current  interacting  with  the  self 
induced  azimuthal  B  field;  radial  compression  (pumping)  of  the 
cathode  tip,  due  to  the  axial  component  of  current  interacting 
with  the  self  induced  azimuthal  B  field;  and  electrothermal.  At 
sufficiently  high  levels  of  J2/Mdot,  electrothermal  contributions 
are  negligible. 

Self  field  MPD  thrusters  have  operated  at  a  few  100 
kilowatts  in  steady  state  operation  to  megawatt  levels  in  quasi¬ 
steady  operation.  At  100  kilowatt  levels,  J2/Mdot  is  low, 
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indicative  of  electrothermal  acceleration.  As  J2/Mdot  increases 
and  acceleration  changes  from  electrothermal  to  electromagnetic, 
performance  improves.  100  kW  operation  has  typically  achieved  15 
to  20%  thruster  efficiency  and  1500  seconds  specific  impulse. 
Megawatt  quasi-steady  thruster  operation  has  demonstrated 
efficiencies  ranging  from  20  to  40%  with  specific  impulses  from 
2000  to  4000  seconds. 

The  operational  life  of  self  field  MPD  thrusters  remains  a 
central  issue.  High  discharge  currents  take  their  toll  on  the 
cathode,  either  catastrophically  with  a  cold  cathode  during 
quasi-steady  operation,  or  more  benignly  with  a  hot  cathode  at 
thermionic  emission  temperatures  typical  of  steady  state 
operation.  Erosion  rates  in  the  quasi-steady  mode  have  ranged 
from  103  to  105  g/(kA-khr),  and  in  the  steady,  hot  mode,  from  9 
to  250  g/(kA-khr).  Assuming  a  cathode  mass  of  1500  g,  a 
discharge  current  of  10  kA,  and  cathode  failure  as  10%  mass  loss, 
the  quasi-steady  mode  can  be  expected  to  operate  reliably  for  no 
more  than  a  few  hours,  105  N-s  total  impulse.  The  steady  mode  of 
operation  can  be  expected  to  operate  reliably  for  a  few  hundred 
to  a  few  thousand  hours,  107  N-s  total  impulse.  This  is  within 
range  of  DOD  orbit  raising  applications. 

PROGRAMS 

The  Air  Force,  SDIO,  and  NASA  have  initiated  programs  to 
develop  high  power  electric  propulsion.  SDIO's  thrust  centers  on 
10  to  100  kW  electrothermal  arcjet  technology.  Since  that  does 
not  include  plasma  propulsion  it  won't  be  discussed  here.  The 
Air  Force  and  NASA  are  also  developing  arcjet  propulsion,  but  in 
addition  they  are  funding  high  power  MPD  development. 

Air  Force 

The  Air  Force's  Astronautics  Laboratory  (AL)  is  studying 
self  field,  steady  state  MPD  propulsion  at  0.5  MW  and  higher 
levels.  This  program  is  a  continuation  of  their  previous  program 
with  the  University  of  Stuttgart  which  examined  100  kW  MPD 
operation.  Stuttgart  evaluated  different  propellants,  nozzles, 
chamber  geometries,  mass  flow  rates,  etc,  to  find  a  design  with 
desirable  performance.  Their  work  was  guided  by  analytical 
models  and  research  conducted  by  Stuttgart  in  other  programs.  At 
100  kW  levels,  MPD  performance  was  not  stellar.  Efficiency  was 
15  to  20%  and  specific  impulses  were  in  the  mid  1000  to  2000 
second  range.  Stuttgart  found  that  increasing  the  mass  flow  rate 
and  operating  at  higher  current  levels  had  the  greatest  impact  on 
performance  because  electromagnetic  thrust  contribution  became 
more  significant.  The  goal  of  the  present  program  is  to 
demonstrate  performance  of  1500  to  3000  seconds  specific  impulse, 
with  efficiencies  greater  than  30%,  at  powers  above  500  kW. 

The  AL  has  a  program  at  Princeton  University  to  examine 
electrode  and  insulator  erosion  behavior  using  a  real  time 
measurement  procedure  developed  by  Princeton  called  the  SLA 
(Surface  Layer  Activation)  technique.  It  accommodates  micron 
resolution  depth  measurements.  Since  Princeton's  MPD  thruster  is 
operated  quasi-steady,  erosion  rates  are  high  compared  to 
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Stuttgart's,  and  probably  not  representative  of  megawatt 
operation.  Princeton  is  modifying  their  experiment  to 
inductively  heat  the  cathode  electrode  to  temperatures 
sufficiently  high  for  thermionic  emission.  Predictions  of  a 
simple  erosion  model  based  on  evaporative  mass  loss  will  be 
compared  with  experimental  measurements. 

The  Air  Force  Office  of  Scientific  Research  funds  a  number 
of  programs  addressing  MPD  issues.  These  are  discussed  in  more 
detail  elsewhere  in  these  proceedings.  Briefly,  MIT  and  RDA  are 
conducting  a  theoretical  and  experimental  investigation  of  the 
physical  processes  in  MPD  thrusters,  specifically  the  effects  of 
electrode  geometry  on  electrode  current  concentrations,  and  a 
description  of  the  onset  phenomena  in  terms  of  anode  starvation 
and  full  single  ionization  of  the  plasma  bulk.  Stuttgart  is 
looking  at  starting  processes  in  MPD  thrusters,  an  important 
consideration  since  the  low  pressure  environment  makes  it 
difficult  to  start  the  engine.  In  previous  AFOSR  programs, 
Stuttgart  developed  theories,  backed  by  experimental  data,  of  arc 
column  and  arc  attachment  behaviors  and  their  affects  on  onset 
and  electrode  mass  loss.  Ohio  State  is  doing  a  theoretical  study 
of  MPD  erosion,  and  RDA  is  studying  MPD  thrust  chamber  flow 
dynamics . 

NASA 


NASA's  programs  are  primarily  located  at  LeRC  and  JPL.  Some 
work  is  funded  at  other  institutions.  LeRC  and  JPL  are  studying 
both  applied  and  self  field  operation  at  the  several  hundred  kW 
levels . 

LeRC  is  examining  the  validity  of  using  low  power 
experiments  to  understand  megawatt  level  MPD  issues.  Their 
approach  is  to  determine  the  functional  parameters  that  affect 
performance  and  then  establish  the  relationship  of  those 
parameters  to  power  level.  Theoretical  considerations  indicate 
that  MPD  thruster  performance  (except  for  efficiency)  is  governed 
by  local  plasma  and  electrode  characteristics,  and  not  power. 

LeRC  is  conducting  applied  and  self  field  experiments  at  the 
low  hundred  kW  level.  The  intent  is  to  measure  thrust  on  a 
thrust  stand  and  make  life  measurements.  In  addition,  LeRC  is 
developing  probe  and  nonintrusive  diagnostics  for  determining  and 
understanding  MPD  physical  processes  at  low  and  high  powers. 

LeRC  is  developing  a  2-D  steady  state,  applied  or  self- 
induced  magnetic  field  MPD  simulation,  adaptable  to  a  variety  of 
MPD  geometries.  The  code  includes  viscous  effects,  and  can  be 
modified  to  include  additional  energy  loss  mechanisms.  Ohio 
State  is  developing  for  LeRC  non-intrusive  diagnostics  for  quasi¬ 
steady  state  thrusters  as  wexl  as  computer  codes  to  explore  MPD 
physics  fundamentals. 

JPL  has  designed  and  built  a  subscale  self  field  MPD 
thruster  which  they've  operated  at  60  kW,  and  will  operate  up  to 
250  kW.  The  goal  is  to  understand  cathode  and  anode  erosion  of 
steady  state  megawatt  MPD  operation  by  replicating  pertinent 
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physical  mechanisms  at  100  kW.  In  addition,  JPL  is  building  an 
applied  field  thruster  to  verify  performance  and  cooling  schemes. 
The  thruster  will  be  radiation  cooled.  JPL  is  developing 
diagnostics  to  measure  MPD  exhaust  velocities  and  magnetic 
fields,  and  are  performing  2-D  analysis  of  cathode  and  anode 
sheaths,  and  the  arc  discharge. 

Princeton  University,  MIT,  and  Stuttgart  have  established 
experiments  and  analytical  techniques  for  measuring  and 
understanding  the  affects  of  MPD  plasma  wave  instabilities  on 
performance.  Current  driven  instabilities,  typical  of 
electromagnetic  plasma  acceleration,  strongly  influence  the 
efficiency  and  lifetime  of  electromagnetic  accelerators. 
Turbulence  dominates  the  processes  of  ionization  and  heating  at 
all  levels,  especially  when  the  plasma  is  fully  ionized.  At  that 
point  turbulence  and  loss  processes  are  accentuated.  Turbulence 
affects  in  all  ranges  of  plasmas,  particularly  partially  ionized, 
have  dramatic  implications  for  the  performance  of  MPD  thrusters. 
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The  objective  of  this  research  is  to  develop  an  understanding  of  the 
basic  physical  processes  that  control  the  interaction  of  plasmas  sustained  by 
laser  beams  in  a  flowing  propellant  gas.  Previous  experimental  and  theoretical 
studies  have  provided  a  reasonable  understanding  of  these  processes  in  flowing 
plasmas  sustained  by  continuous  lasers,  and  have  shown  that  the  absorption 
efficiency  and  radiation  losses  can  be  controlled  through  a  combination  of 
optical  geometry,  pressure  and  flow  configuration.  Practical  beamed  laser 
propulsion  systems  may  require  laser  powers  greater  than  one  megawatt,  and 
current  laser  development  for  other  applications  suggest  that  lasers  capable 
of  delivering  average  powers  at  these  levels  will  be  free  electron  lasers 
(FEL).  The  power  from  these  free  electron  lasers  will  be  pulsed,  rather  than 
continuous,  and  we  have  successfully  sustained  quasi-steady  argon  plasmas 
using  the  RF  linac  free  electron  laser  at  Los  Alamos  National  Laboratory 
(LANL).  Although  laser  breakdown  of  argon  was  readily  achieved,  we  were  unable 
to  obtai,;  breakdown  in  either  hydrogen  or  nitrogen. 

In  a  plasma  sustained  by  the  absorpeion  of  power  from  a  continuous  laser, 
the  power  is  absorbed  primarily  through  inverse  bremsstrahl ung  (free-free 
transitions  in  the  electrons).  The  electrons  are  maintained  in  local  thermo¬ 
dynamic  equilibrium  by  electron-electron  and  electron-ion  collisions,  and  the 
absorption  coefficient  can  be  accurately  predicted  using  the  Kramer-Unsbl d 
theory.  In  free  electron  lasers,  the  pulse  duration  may  be  as  shert  as  a  few 
picoseconds;  a  time  similar  to  the  electron  collision  time.  Under  these 
conditions  it  is  unlikely  that  the  electrons  will  maintain  a  Maxwellian 
distribution,  and  the  absorption  predicted  by  the  Kramers-Unstild  theory  may  no 
longer  apply.  After  the  pulse  terminates,  the  plasma  will  begin  to  decay  from 
its  nonequilibrium  state  through  radiative  and  collisional  processes,  and  may 
approach  a  local  thermodynamic  equilibrium  prior  to  the  arrival  of  the  next 
pulse.  If  the  time  between  pulses  is  sufficiently  short,  then  '^bsequent 
pulses  will  be  absorbed  in  the  plasma  remaining  from  the  previous  pulse,  and  a 
quasi -steady-state  may  be  achieved,  similar  to  plasmas  sustained  by  continuous 
laser  beams. 

The  RF  linac  free  electron  laser  at  LANL  produces  a  burst  of  mode-locked 
micrcpulses  having  a  duration  of  approximately  10  ps  and  a  wavelength  of  10.6 
micrometers.  These  micropulses  are  spaced  46  ns  apart  in  a  burst  (macropulse) 
lasting  for  100  to  300  microseconds.  The  macropulses  occur  at  rate  ot  1  Hz, 
and  the  average  power  in  the  macropulse  is  approximately  10  kW.  This  laser  has 
a  wavelength  and  an  average  power  which  are  similar  to  those  used  for  earlier 
experiments  with  continuous  carbon  dioxide  laser  sustained  plasmas,  and  provides 
a  nearly  ideal  source  for  experiments  that  can  be  compared  with  this  earlier 
work. 

The  peak  power  in  the  micropulse  was  approximately  50  MW,  and  was  sufficient 
to  cause  t^e  argon  plasma  to  self-ignite,  in  contrast  to  the  continuous  plasmas 
which  must  be  initiated  by  some  auxiliary  means.  The  plasma  initiated  near  the 
focal  point  and  then  migrated  up  the  beam  toward  the  lens  as  power  was  absorbed 
from  subsequent  pulses.  The  evolution  of  the  argon  plasma  from  initiation 


through  the  80  microsecond  duration  of  the  macropulse  and  its  subsequent  decay 
after  the  end  of  the  macropulse  is  shown  in  Figure  1  as  a  sequence  of  high¬ 
speed  images  obtained  using  a  Had! and  Imacon  390  image  converter  camera.  The 
framing  rate  was  100,000/s  giving  an  interframe  time  of  10  microseconds.  The 
plasma  is  observed  to  grow  in  size  and  intensity  until  near  the  end  of  the  80 
microsecond  macropulse,  and  then  to  decay  over  a  time  of  approximately  50 
microseconds.  These  plasmas  were  strong  absorbers  of  the  incident  laser  radia¬ 
tion.  Measurements  of  the  incident  and  the  transmitted  macropulse  energy 
indicated  that  80  to  96  percent  of  the  incident  laser  radiation  was  absorbed 
by  the  plasma. 

An  interesting  research  issue  was  the  rate  of  plasma  decay  during  the  46  ns 
between  the  micrupulses,  and  an  optical  multichannel  analyzer  (OMA)  was  used 
to  observe  the  spectral  emission  of  the  plasma  between  pulses.  The  OMA  was  set 
to  acquire  a  10  ns  time  slice  of  the  plasma,  and  the  spectra  from  10  successive 
macropulses  was  averaged  and  stored.  The  initial  delay  was  then  increased  by 
10  ns  and  the  spectrum  from  the  next  10  macropulses  was  averaged  and  stored. 

This  process  was  repeated  to  scan  a  total  of  60  ns.  This  data  acquisition 
procedure  insured  that  a  spectral  scan  would  include  the  full  interpulse  time 
and  include  at  least  one  micropulse.  Once  a  full  60  ns  scan  was  obtained,  the 
initial  delay  was  increased  by  several  microseconds  and  the  60  ns  scan  was 
repeated  for  a  different  portion  of  the  macropulse. 

Figure  2  is  a  composite  of  the  six  spectra  taken  at  10  ns  intervals,  and 
clearly  shows  that  the  plasma  reaches  a  quasi-steady  state  during  the  46  ns 
interpulse  time.  The  spectrum  consists  primarily  of  the  A  II  lines  from  the 
first  ion  of  argon,  and  an  estimate  of  the  plasma  temperature  was  obtained 
using  the  ratio  of  the  intensities  of  the  ion  lines  at  401.38  nm  and  410.39  nm. 
The  temperature  is  approximately  40,000  K  during  the  early  part  of  the 
macropulse,  and  then  drops  to  about  35,000  K  as  the  plasma  expands  in  size. 

These  temperatures  are  more  than  a  factor  of  two  larger  than  those  we  observed 
for  continuous  laser  sustained  argon  plasmas,  and  reflect  the  much  higher 
power  that  exists  in  the  micropulses. 

Attempts  were  made  to  initiate  plasmas  in  both  nitrogen  and  hydrogen 
using  the  same  experimental  procedures  as  for  argon.  These  attempts  were  not 
successful,  even  though  the  pulse  energy  was  an  order  of  magnitude  larger  than 
our  observed  threshold  for  argon.  This  result  is  somewhat  surprising  since 
predicted  breakdown  thresholds  for  hydrogen  and  nitrogen  are  essentially  the 
same  as  for  argon  using  10.6  micron  wavelength  and  10  ps  duration  pulses.  This 
is  because  for  such  short  pulses  there  is  insufficient  time  for  collisions  to 
transfer  the  electron  energy  into  the  internal  modes  of  the  diatomic  molecules. 
Thus,  we  have  hypothesized  that  the  argon  plasma  may  not  have  broken  down  on 
the  first  micropulse,  but  may  have  accumulated  electrons  from  subsequent 
pulses  until  breakdown  occurred  at  some  point  several  micropulses  into  the 
macropulse.  Since  we  did  not  anticipate  this  effect,  our  measurements  were 
unable  to  verify  this  hypothesis. 

We  have  developed  a  theoretical  model  to  investigate  the  question  of 
breakdown  threshold  for  the  long  wavelength,  short  pulse  regime  of  our  experi¬ 
ments.  During  the  10  ps  duration  of  the  laser  pulse,  there  are  only  approxi¬ 
mately  250  optical  cycles  and  only  approximately  10  electron-atom  collisions. 

To  study  this  process,  we  have  developed  a  "square  electron"  model  in  which 
all  elastic  collisions  result  in  a  90  degree  change  in  direction.  Preliminary 
results  from  this  model  indicate  that  electron  energies  of  60  eV  are  reached 
during  the  10  ps  micropulse,  and  that  argon  breakdown  may  occur  after  the 
eleventh  micropulse.  We  will  use  this  model  to  explore  the  differences  in 
energy  absorption  and  breakdown  between  argon  and  the  diatomic  gases,  and  to 
guide  further  experiments  to  be  conducted  both  at  UTS  I  and  at  LANL. 


ywsuid  sioodu  asNiyisns  33d 


AllSU9}UI  9AI^D|9y 


PLASMA  SCALING  MECHANISMS  FOR 
CONTINUOUS  WAVE  LASER  PROPULSION 


AFOSR  Grant  No.  88-0129 

Principal  Investigators:  Herman  Krier  and  Jyori  Mazumder 

Department  of  Mechanical  and  Industrial  Engineering 
University  of  Illinois  at  Urbana-Champaign 


SUMMARY/OVERVIEW: 

This  investigation  focuses  on  the  energy  conversion  mechanisms  of  multiple  laser- 
sustained  plasmas  (LSP's)  in  pure  flowing  argon  and  single  LSP’s  in  argon/helium  mixtures. 
Numerical  modeling  of  the  fully  two-dimensional  plasma  flowfield  is  being  used  to  scale 
experimental  results  and  guide  future  experiments.  Multiple  plasma  and  argon/helium 
experiments  have  both  resulted  in  thermal  efficiencies  greater  than  50%  for  various  flow 
conditions.  Based  on  the  high  specific  heat  and  low  ionization  potential  of  hydrogen,  it  is 
believed  that  pure  hydrogen  plasmas  will  produce  thermal  efficiencies  higher  than  those 
possible  using  pure  argon  or  an  argon/hydrogen  mixture.  A  spectroscopic  imaging  system  is 
used  to  map  plasma  temperatures.  Independent  experimental  determinations  of  electron 
temperature  and  electron  number  density  are  required  in  order  to  evaluate  local  thermal 
equilibrium  which  is  needed  in  order  to  better  interpret  spectroscopic  and  numerical  results. 
Rayleigh  scattering  is  being  experimented  with  as  a  means  to  accurately  determine  downstream 
plasma  exhaust  temperatures  without  the  errors  associated  with  thermocouples  and  gas  heat 
loss  to  chamber  walls. 

TECHNICAL  DISCUSSION: 

Introduction 

The  key  problem  in  the  laser-sustained  plasma  rocket  propulsion  technique  is  the 
understanding  and  characterization  of  plasma  energy  conversion  processes.  These  processes 
result  in  an  increase  in  the  thermal  energy  of  the  propellant  gas.  Various  techniques  are  used  to 
determine  the  fraction  of  the  input  laser  energy  absorbed  by  the  plasma,  how  much  is  radiated 
to  the  plasma  chamber  environment,  and  finally  how  much  is  retained  by  the  propellant  gas  as 
thermal  energy.  This  gas  thermal  energy  is  the  quantity  used  to  determine  thermal  conversion 
efficiency  by  comparison  to  the  input  laser  power. 

Plasma  temperatures  are  measured  using  a  spectroscopic  imaging  system.  With  this 
system  fractional  laser  absorption  can  be  determined  along  with  the  amount  of  energy 
reradiated.  The  difference  between  these  values  is  the  energy  retained  by  the  gas.  In  addition 
laser  absorption  measurements  are  made  with  a  water-cooled  copper  cone  calorimeter,  and  gas 
temperature  measurements  are  made  with  conventional  type  K  thermocouples  downstream  of 
the  plasma.  These  measurements  provide  independent  determinations  of  global  absorption  and 
thermal  efficiency.  Rayleigh  scattering  thermometry  is  now  being  brought  on  line  to  eliminate 
errors  associated  with  thermocouples  and  provide  a  more  accurate  method  for  measuring 
downstream  gas  temperature. 

Much  research  has  been  done  at  our  test  facility  involving  the  effects  of  varying  mass  flux, 
chamber  pressure,  laser  power,  and  beam  geometry  on  single  pure  argon  plasmas.  References 
1-6  summarize  much  of  our  previous  and  ongoing  work.  Reference  7  is  a  paper  on  the  quasi 
two-dimensional  modelling  of  laser- sustained  plasmas.  A  fully  two  dimensional  model  for 
single  pure  argon  plasmas  is  being  used  to  guide  further  experiments  and  will  be  used  to  scale 
results  up  to  much  higher  laser  powers.  Experiments  have  been  conducted  with  single  and 
dual  plasmas  in  pure  argon  and  single  plasmas  in  argon/helium  gas  mixtures. 
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Experimental  Procedure 

A  plasma  will  form  if  sufficient  power  is  focused  into  a  gaseous  medium  (-109  W/cm2), 
or  onto  a  metallic  target  (-105  W/cm2).  In  our  experiment  the  laser  is  focused  onto  a  tungsten 
rod  which  releases  electrons  through  thermionic  emission.  This  leads  to  avalanche  breakdown 
and  plasma  initiation.  At  this  point  the  tungsten  rod  is  removed  from  the  beam  focus. 

Figure  1  is  a  schematic  of  our  test  stand,  current  optical  arrangement,  and  plasma  initiation 
and  flow  chamber.  The  annular  laser  beam  first  strikes  the  flat  copper  mirror  in  the  upper  right 
portion  of  the  figure  and  is  reflected  90  degrees  downward.  The  beam  is  then  reflected  across 
the  bottom  of  the  test  stand  and  up  through  a  piano  convex  zinc  selenide  lens  which  focuses  the 
beam  through  a  zinc  selenide  window  into  the  chamber.  Dual  plasmas  with  an  adjustable  focal 
separation.are  achieved  by  splitting  the  beam  at  the  second  turning  mirror  by  use  of  a 
micrometer  adjustable  split  mirror  which  is  shown  schematically  in  Figure  2.  Details  of  the 
experimental  facility  can  be  found  in  References  1, 3, 5, 6,  and  8. 

Efficiency  and  Absorption  Measurements 

The  thermal  efficiency  of  an  LSP  is  defined  as  the  ratio  of  the  change  in  gas  enthalpy  flux 
to  the  laser  power  input  to  the  plasma.  Global  absorption  is  the  ratio  of  the  total  energy 
absorbed  by  the  plasma  to  the  input  laser  power.  These  quantities  can  be  determined  with  both 
spectroscopic  and  conventional  measurements. 

Efficiencies  presented  in  this  abstract  are  based  on  bulk  exhaust  gas  temperature 
measurements  made  with  thermocouples  in  the  chamber  exhaust  ports.  The  laser  energy 
retained  by  the  working  gas  is  determined  by  calculating  the  change  in  enthalpy  flux,  AH, 

using  AH  =  mCpOVTi)  where  m  is  the  measured  mass  flowrate,  Cp  is  the  specific  heat  of  the 
gas,  Te  is  the  measured  bulk  temperature  of  the  exhaust  gas,  and  T*  is  that  of  the  inlet  gas. 

Absorption  percentages  presented  are  based  on  calorimeter  data.  The  calorimeter  is 
mounted  on  top  of  the  plasma  chamber  and  collects  the  laser  energy  which  is  not  absorbed  by 
the  plasma.  The  calorimeter  is  equipped  with  thermocouples  which  determine  the  difference  in 
cooling  water  temperature  as  it  absorbs  the  laser  energy.  This  difference  determines  the 
amount  of  energy  transmitted  by  the  plasma  and  from  this  plasma  absorption  is  calculated. 

Figure  3  contains  efficiency  data  from  dual  plasma  experiments  at  5  kW  total  input  laser 
power  (2.5  kW  each),  and  single  plasma  experiments  at  2.5  kW  using  only  half  a  beam.  These 
tests  were  done  at  2.5  atmospheres  gas  pressure  and  with  f/4  focusing  optics.  Efficiencies  for 
the  single  half  mirror  represent  an  average  of  results  from  each  of  the  half  beams.  Note  that 
efficiency  tends  to  increase  with  increasing  mass  flux  for  both  the  dual  plasmas  and  for  the 
single  plasmas.  Efficiencies  are  as  high  as  50.5  %  for  5  kW  total  power  dual  plasmas 
depending  on  separation  distance,  and  as  high  as  58.1  %  for  3.5  kW  total  power  dual  plasmas 
depending  on  separation  distance.  It  can  be  seen  from  the  data  in  the  figure  that  the  dual 
plasmas  have  a  higher  thermal  efficiency  than  single  plasmas  over  most  of  the  range  of  mass 
fluxes  studied,  and  that  the  plasmas  with  15  mm  focal  separation  have  the  highest  thermal 
efficiency.  Since  results  from  3.5  kW  total  power  dual  plasmas  show  that  10  mm  focal 
separation  plasmas  have  the  highest  efficiencies  over  most  of  the  mass  fluxes  studied,  it  is 
believed  that  the  optimum  focal  separation  distance  for  dual  plasmas  is  a  function  of  the  input 
power.  Further  experiments  at  7  kW  total  power  and  even  greater  focal  separation  distances 
will  be  conducted  to  study  this  effect 

Figure  4  contains  absorption  and  efficiency  data  for  helium/argon  experiments  conducted 
at  5  kW  input  laser  power,  at  2.5  atmospheres  gas  pressure  and  wifi  f/4  focusing  optics.  Note 
that  except  for  the  low  mole  fluxes,  the  addition  of  helium  to  the  mixture  caused  a  decrease  in 
global  absoiption.  Thermal  efficiencies  for  helium/argon  mixtures  were  found  to  be  as  high  as 
56.1  %  which  is  higher  than  any  single  pure  argon  plasma  despite  the  fact  that  global 
absorption  for  helium/argon  mixtures  was  lower  than  for  single  pure  argon  plasmas.  This 
result  indicates  that  helium/argon  plasmas  have  a  lesser  radiation  loss  to  the  chamber  walls  than 
do  pure  argon  plasmas.  There  appeared  to  be  an  optimum  percentage  of  helium  by  volume  for 
a  fixed  mole  flux  of  helium,  however  it  is  believed  that  this  optimum  percentage  may  be  a 


function  of  mole  flux,  gas  pressure,  input  power,  and  focusing  geometry.  As  is  discussed  in 
Reference  8,  the  helium/argon  experiments  were  performed  as  a  preliminary  guide  to  using 
pure  hydrogen.  Although  it  was  found  that  helium  did  not  significantly  ionize  in  these 
experiments  and  its  absorption  and  emission  characteristics  differ  from  that  of  hydrogen,  the 
values  of  thermal  conductivity  and  specific  heat  of  helium  are  similar  to  those  of  hydrogen.  It 
is  believed  that  these  similar  thermodynamic  properties  will  result  in  the  production  of  still 
higher  thermal  efficiencies  for  pure  hydrogen. 

Progress  is  being  made  in  implementing  the  fully  two-dimensional  single  pure  argon 
plasma  numerical  code.  Most  recent  results  indicate  that  for  mass  fluxes  tested  experimentally, 
model  predictions  for  global  absorption  and  thermal  efficiency  are  within  10  %  of  experimental 
results. 
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OVERVIEW 

Concepts  such  as  laser  heated  thrusters  and  microwave  heated  thrusters  (Figure  1)  employ 
controlled  and  directable  energy  addition  to  achieve  a  desired  plasma  zone  with  temperatures  of 
the  order  104  K.  The  plasma  is  then  mixed  with  the  outer  flow  and  expanded  through  a  nozzle.  Of 
particular  interest  in  such  flows  are  turbulent  convective  and  radiative  heat  fluxes,  which 
distribute  the  deposited  energy,  and  their  effects  on  the  system  enclosure  for  chamber  cooling 
requir  ements  and  evaluation  of  system  efficiency.  Research  efforts  are  focused  on  the  analysis  of 
radiative  and  gas  dynamic  interactions  in  beamed-energy  propulsion  chamber  environments. 

TECHNICAL  DISCUSSION 

Specific  topics  have  included  the  development  of  turbulence,  incident  radiative  transport 
and  reradiative  transport1'^.  The  following  is  a  brief  summary  of  the  methodology  being 
employed  at  present. 

Incident  laser  radiation:  A  new  transport  equation  for  incident  radiation  was  developed  under 
this  effort1.  Whereas  prior  analyses  utilize  ray-tracing  techniques  for  the  incident  radiation,  the 
new  equation  is  of  divergence  form,  and  permits  a  strongly  coupled  solution  with  the 
hydrodynamic  equations  using  contemporary  finite  volume  techniques. 

Incident  microwave  radiation:  Maxwell's  equations  for  a  Transverse  Electric  or  Magnetic  mode 
breakdown  in  a  waveguide  have  been  order-of-magnitude  analyzed  on  a  term  by  term  basis.  A 
multidimensional  equation  system  has  resulted  for  which  appropriate  numerical  solution 
techniques  are  presently  being  examined. 

Plasma  and  chamber  wall  reradiation:  The  Pi  (first-order  spherical  harmonics)  method  is  being 
utilized.  Initial  work  has  involved  solving  the  coupled  one-dimensional  (radial)  radiative  heat 
flux  equation  employing  a  gray  gas  absorption  coefficient2.  During  the  past  year,  a  modified  flux- 
form  of  the  Pi  approximation  has  been  developed  and  evaluated^  by  comparisons  with  approximate 
and  exact  solutions  of  the  transfer  equation. 

Numerical  solution  method:  A  new  flux-split,  non-factored,  implicit  finite  volume  method  is 
being  developed  for  the  time-accurate  solution  of  the  axisymmetric  Navier-Stokes  equations  (real 
gas)  and  coupled  incident  radiation  field  (the  previously  developed  method1  proved  to  be  Courant- 
limited).  This  new  technique  borrows  from  a  three-dimensional  full  Navier-Stokes  (perfect  gas) 
algorithm  developed  under  a  separate  research  effort4,  and  the  method  is  not  Courant  limited. 
Turbulence;  Initial  results  have  been  obtained  with  an  established  second-order  turbulence 
closure  model.  Future  work  will  attempt  a  large  eddy  simulation  of  turbulence  in  the  flow,  though 
work  on  this  topic  has  been  suspended  to  address  radiative  transport  issues  as  a  priority. 


*  Supercomputing  time  on  the  Cray  X-MP/48  provided  by  the  National  Center  for  Supercomputing 
Applications  under  grant  ilh. 
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SUMMARY  OF  PROGRESS 

It  is  known  that  by  considering  the  approximation  for  net  radiative  flux  (rather  than 
intensity),  the  equation  system  and  boundary  conditions  are  well  posed  in  the  traditional  optical 
depth  coordinates  and  the  radiative  flux  attains  the  correct  optically  thin  limit.  This  limit 
characterizes  the  broadband  radiative  regime  of  interest.  The  use  of  optical  coordinate  mappings 
is  conventional  in  the  field  of  radiative  transfer,  but  does  not  lend  itself  well  to  coupled  numerical 
solution  with  equations  describing  the  fluid  dynamics  of  the  problem,  where  more  general 
coordinate  mappings  are  often  desired.  In  physical  coordinates,  an  additional  term  occurs  in  the 
radiative  transport  equation  due  to  the  spatial  inhomogeneity  of  the  spectrally  integrated 
broadband  absorption/extinction  coefficient  p,  i.e. 

VV-  q'-(VlnP)V-  q'-3py -4KPVI,,  (1) 

The  appearance  of  the  (V  In  p)  term  can  present  numerical  difficulties  in  optically  thin  regions  of 
the  computational  domain.  Moreover,  its  outright  neglect  can  cause  significant  error,  since  the 
flows  of  interest  have  appreciable  temperature  and  absorption  coefficient  gradients. 

— >  — > 

For  regions  of  the  computational  domain  in  which  At  <  A  x  ljm  «  1 ,  but  Vln  p  is  large,  an 
alternative  form  of  equation  (1)  may  be  exploited.  Specifically,  if  use  is  made  of  the  optically  thin 
relation  for  the  net  heat  flux  (valid  independently  of  the  differential  approximation)  in  the  second 
term  of  equation  (1),  there  results 

VV-  q'-3py  =  4nV(pIb)  (2) 

This  form  of  the  transfer  equation  has  obvious  advantages  in  optically  thin  regions  containing 
radiative  discontinuities,  since  the  source  term  is  in  gradient  or  conservation  form. 

Figure  2  shows  a  comparison  of  the  solutions  obtained  for  the  exact  equation  of  radiative 
transfer,  an  analytic  solution  of  the  transverse  component  of  equation  (1)  (obtained  in  optical 
space),  and  a  computational  (finite  difference)  solution  of  equation  (2).  The  problem  geometry 
represents  a  "planar"  continuous  laser  supported  plasma  in  a  cool-wall  chamber  with  an  abrupt 
step  in  absorption  coefficient  and  temperature  profiles,  and  thus  presents  a  difficult  but  realistic 
test  of  the  Pj  approximation  and  its  computational  solution  in  physical  coordinates.  The  accuracy 
of  the  computational  solution  of  eq.  (2)  is  limited  only  by  the  accuracy  of  the  numerical 
differencing,  i.e.,  radiative  "shock"  capturing. 

The  "generic”  beamed-energy  electrothermal  thruster  coupled  radiative/flowfield 
calculations  reported  in2  have  been  revised**  utilizing  equations  (1)  and  (2).  Some  results  are 
shown  in  Figures  (3)  and  (4).  Figure  (3)  shows  radial  profiles  of  the  normalized  radial  radiative 
heat  flux  at  a  specific  axial  location.  Since  broadband  optical  depths  are  <  0.05  for  this 
configuration,  good  agreement  is  obtained  between  eq.  (2)  and  the  emission-dominated  analytic 
solution  for  net  intensity, 


( plhr )  dr 


Neglecting  the  inhomogeneous  term  in  eqn  (1)  yields  an  approximate  40%  underprediction  of 
radiative  flux. 

Figure  (4)  shows  the  calculated  radial  radiative  flux  along  the  wall  of  the  thruster, 
comparing  eqn.  (1)  with  the  modified  form  (eqn.  (2)).  The  instability  caused  by  including  the 
inhomogeneous  absorption  term  in  the  computational  solution  of  eqn(l)  is  particularly  severe  for 
this  case,  and  demonstrates  the  advantage  of  utilizing  eqn(2)  in  optically-thin  grid  segments. 

While  the  new  real-gas,  two-dimensional,  flux-split,  non-factored,  implicit  finite  volume 
method  with  coupled  radiation  fields  is  in  development,  preliminary  calculations  have  been  made 
with  its  three-dimensional  perfect  gas  (full  Navier-Stokes,  high-order  upwind)  predecessor.  The 
objective  of  these  calculations  is  to  assess  the  capability  of  the  method  in  tracking  the  blast  waves 
which  can  be  produced  by  a  pulsed  laser  detonation  in  an  enclosed  chamber.  The  initial  conditions 
correspond  to  the  instantaneous  deposition  of  one  Joule  of  energy  (a  laboratory  laser  pulse)  in  a 
1  mm3  cubical  volume  of  stagnant  atmospheric  air.  Since  a  perfect  gas  in  LTE  is  assumed  without 
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radiative  transport,  the  initial  conditions  correspond  to  a  pressure  and  temperature  of  400  MPa  and 
l.lxlO*5  K.  The  chamber  is  a  cube  with  sides  of  1.0cm,  and  a  uniformly  spaced  (40)3  cell  grid  is 
employed.  Transition  from  a  cubical  to  spherical  blast  wave  takes  place  in  relatively  short  time 
(it  is  affected  by  the  coarse  grid).  However,  after  this  phase,  spherical  shock  propagation  is  further 
affected  by  the  nonspherical  grid,  such  that  a  rhomboidal  wave  evolves.  This  problem  is  presently 
being  examined,  and  results  will  be  presented  at  the  AFOSR/ONR  Research  Conference. 

PLANNED  RESEARCH 

Development  of  the  new  two-dimensional,  time-dependent  method  is  anticipated  to  be 
completed  within  the  year.  However,  preliminary  results  indicate  that  adequate  resolution  of  all 
significant  time-dependent  three-dimensional  phenomena  will  require  significant,  if  not 
prohibitive,  computational  resources.  The  principal  rationale  for  pursuing  this  area  of  research  is 
that  there  are  several  propulsion  problems  of  interest  in  which  the  optical  axis  of  the  beam  is  not 
aligned  with  the  flow,  leading  to  cross-beam,  asymmetric  discharges. 

Another  goal  during  the  next  year  is  to  utilize  the  available  experimental  data  and  the 
results  of  computer  simulations  to  assess  the  order  of-magnitude  scaling  of  phenomena  in  the 
laser  deflagration  region.  An  example  result  of  this  work  would  be  the  production  of  a  stability 
map  for  continuous  laser  discharges  in  true  similarity  variables. 
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Radial  Radiative  Heat  Flux  Profiles 
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SUMMARY/OVERVIEW: 

There  is  an  understanding  of  the  process  of  microwave  energy  addition  to  a  high 
pressure  gas  for  propulsive  purposes  for  some  of  the  available  absorption  modes  but  no 
unified  comparison  of  all  the  modes  in  terms  of  absorption  efficiency,  maximum 
temperature,  etc.  Also  there  is  little  knowledge  of  the  coupling  of  the  absorbed  energy 
to  the  gas  dynamics  required  to  obtain  propulsive  thrust.  This  research  is  the  first 
experimental  effort  to  examine  and  compare  free  floating  filamentary  and  toroidal 
microwave  absorbing  plasmas  and  planar  propagating  plasmas  in  hydrogen  gas  as  well  as 
the  first  examination  of  the  coupling  of  the  energy  absorption  to  the  gas  dynamics  in 
order  to  convert  internal  thermal  energy  of  the  gas  to  directed  kinetic  energy  by  means 
of  a  nozzle  expansion.  The  research  will  provide  insight  to  the  entire  field  of  high 
temperature  gas  flows  driven  by  radiation  absorption. 

TECHNICAL  DISCUSSION: 

Free-floating  spherical  plasmas  have  been  generated  in  stationary  and  flowing 
nitrogen  and  helium  gas  contained  inside  a  10.2  cm  diameter  spherical  quartz  vessel 
located  within  a  cylindrical  resonant  cavity  operated  in  the  TMqi2  m°de  at  a  frequency 
of  approximately  2.45  GHz.  The  plasmas  are  approximately  two  inches  in  diameter  and 
are  centered  within  the  quartz  sphere.  Power  coupled  to  the  plasma  was  measured  as  a 
function  of  gas  composition,  flow  rate  and  pressure  and  microwave  power  input  to  the 
cavity  only  for  those  conditions  which  resulted  in  the  plasma  being  stabilized  in  the 
center  of  the  quartz  sphere  away  from  adjacent  walls. 

The  coupling  efficiencies  of  helium  and  nitrogen  plasmas  were  measured  with  no  gas 
flow  and  an  input  power  of  400  W.  Similar  measurements  were  made  for  a  helium  plasma 
with  a  gas  flow  rate  of  1.056  x  10"^  kg/s  and  400  W  input  power.  Figure  1  shows  the 
coupling  efficiency  versus  pressure  curves  for  the  three  cases  considered.  The  coupling 
efficiency  is  defined  to  be  the  percentage  of  input  microwave  power  actually  absorbed  in 
the  gas.  The  most  striking  feature  is  the  much  greater  range  of  operation  of  the  helium 
discharges.  The  nitrogen  discharge  is  limited  to  low  pressure  operation  (less  than  30 
kPA  (absolute)),  whereas  the  helium  discharges  operate  at  well  above  250  kPa  (absolute). 
The  helium  discharges  generally  exhibit  higher  coupling  efficiencies,  with  peak  values  of 
5!%  (no  flow)  and  63%  (with  gas  flow).  In  comparison,  the  nitrogen  discharge  exhibits  a 
peak  coupling  efficiency  of  40%. 

A  numerical  model  of  the  one-dimensional  planar  propagating  microwave  plasma  in 
hydrogen,  helium  and  nitrogen  gas  has  been  successfully  formulated.  This  model 
numerically  integrates  the  system  of  governing  equations  consisting  of  the  one¬ 
dimensional  steady  energy  equation  and  Maxwell’s  equation  describing  the  propagation  of 
the  microwave  energy.  Due  to  thermal  conduction  of  the  cold  gas  ahead  of  it,  the 
plasma  propagates  toward  the  microwave  energy  source  at  a  velocity  determined  by  the 
energy  balance  between  the  absorbed  microwave  power  and  the  heated  gas  which  is 
convected  away  downstream. 
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The  two  governing  equations  were  numerically  integrated  using  a  fifth/sixth  order 
variable  step  Runge-Kutta  scheme.  An  iterative  method  was  used  to  determine  the 
propagation  velocity  eigenvalue,  pu,  similar  to  the  method  used  by  Kemp  and  Root  to 
solve  for  the  propagation  velocity  of  a  laser  heated  plasma.  The  propagation  velocity, 
maximum  temperature  and  percent  power  absorbed  were  calculated  as  functions  of  the 
input  microwave  power.  The  propagation  velocity  was  found  to  rise  with  increased 
microwave  power  but  the  maximum  gas  temperature  is  constant  for  hydrogen  and  nitrogen 
because  significant  dissociation  is  occurring  in  this  temperature  range  and  is  absorbing 
the  additional  absorbed  power.  The  maximum  gas  temperature  for  helium,  which  is  not 
dissociating,  was  found  to  rise  with  increasing  input  power.  It  was  found  that  all  of  the 
input  power  was  either  reflected  or  absorbed  with  no  power  being  transmitted  through 
the  plasma  and  that  the  present  power  absorbed  for  hydrogen  decreases  with  increased 
input  power  while  the  percent  power  absorbed  for  helium  and  nitrogen  remained  fairly 
constant  as  a  function  of  input  microwave  power.  Radiative  heat  loss  from  the  plasma 
was  subsequently  added  to  the  model  but  was  found  to  have  no  effect  on  the  numerical 
results. 

The  results  of  the  experiment  are  shown  in  Fig.  2  which  gives  the  measured  plasma 
velocities  for  helium  and  nitrogen  at  1  atm  together  with  the  numerical  predictions.  For 
helium  a  reasonable  agreement  between  numerical  and  experimental  data  could  only  be 
found  towards  lower  power  levels,  however,  an  enormous  deviation  can  be  observed  for 
power  levels  above  1550  W.  It  is  believed  that  in  this  power  range  a  change  in  the 
propagation  mode  takes  place  towards  resonant  radiation.  Nitrogen  doesn’t  show  this 
kind  of  behavior  and  agrees  reasonably  well  with  the  numerical  model.  The  percentage 
absorbed  power  values  for  helium  at  1  atm  range  from  the  mid  60  to  the  low  70  percent 
and  for  nitrogen  from  the  low  to  mid  60  percent.  These  values  were  much  higher  than 
those  predicted  by  the  model. 


Nitrogen,  No  Flow 
Helium,  No  Flow 
Helium,  V  c  200  cm/s 


PRESSURE  KPa 

Fig.  I  Microwave  coupling  efficiency  as  a  function  of  gas  pressure  for  nonflowing 
nitrogen  and  helium  and  helium  with  a  mass  flow  rate  of  0.1  gm/s. 
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Fig.  2  Numerically  and  experimentally  obtained  values  of  plasma  velocity  as  a  function 
of  Incident  power  for  helium  and  nitrogen  at  atmospheric  pressure. 
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HEATING  OF  A  LIQUID/VAPOR  MIXTURE  BY  4/89 

A  PULSED  ELECTRIC  DISCHARGE 

AFOSR  Contract  No.  F49620-87-C-0061 
Principal  Investigator:  Rodney  L.  Burton 
Co-investigator:  Brian  K.  Hilko 

GT-Devices,  Inc.,  Alexandria,  VA  22312 

SUMMARY: 

Arc  discharge  heaters  in  the  5-1000  MW  class,  used  for  pulsed 
electrothermal  propulsion  and  for  hypersonic  combustion  research, 
are  required  to  ingest  their  working  fluid  in  solid  or  liquid  form 
to  keep  working  temperatures  within  the  desired  6000-20, 000°K 
range.  This  research  effort  seeks  to  understand  the  two-phase 
heating  process  for  liquid  water  injected  into  a  5  MW,  100  atm. 
capillary-confined  pulsed  arc,  for  which  the  arc  heating  is  roughly 
constant  in  time.  The  water  is  injected  either  as  a  straight  jet 
or  as  an  approximately  mono-disperse  droplet  train,  and  is 
subjected  to  pulses  of  15  or  30  fi secs  duration.  Voltage,  current, 
pressure,  photographic  and  arc  spectral  measurements  suggest  that 
the  drops  explode  in  the  high  dynamic  pressure  flowfield,  creating 
a  liquid-phase  mist  which  causes  the  arc  temperature  to  plummet, 
and  the  arc  resistance  and  ohmic  heating  to  rise  rapidly.  A  1-D, 
unsteady  plasma  flow  numerical  model  explains  the  early  droplet 
phase  of  the  pulse,  and  a  2-D,  unsteady  model  is  being  developed 
to  understand  the  late-time,  high-resistance  phase. 


TECHNICAL  DISCUSSION: 

A  liquid  fuelled 
pulsed  electric  dis¬ 
charge  [1,2]  is  being 
studied  to  identify  the 
energy  exchange  and  mix¬ 
ing  processes  occurring 
between  the  liquid, 
vapor  and  plasma 
components.  A  variety 
of  complex,  inter¬ 
dependent  phenomena  can 
participate  in  the  ener¬ 
gy  transfer  and  mixing 
(see  Fig.  1)  .  Plasma 
radiation,  thermal  cond-  Figure  1 

uction  and  convection 

all  contribute  heat  flux  for  evaporation  of  the  liquid.  Vapor- 
plasma  mixing  can  occur  in  the  fast  flowfield  as  a  steady  surface 
erosion,  or  via  instabilities  leading  to  a  more-or-less  explosive 
breakup  of  the  injected  liquid.  The  goal  of  this  research  is  to 
identify  the  mechanisms  dominating  the  liquid-vapor  heating  and 
mixing  processes  occurring  in  the  high  pressure,  high  enthalpy 


flow. 


Over  the  first  year  we  have 
developed  an  understanding  of 
these  unsteady  discharges  by  the 
application  of  various 
diagnostic  techniques  for 
obtaining  detailed  measurements 
of  the  time-dependent  plasma 
conditions  (i.e.  density, 
temperature,  pressure)  and  of 
the  liquid/vapor  interface. 
Over  the  past  (second)  year  of 
this  program,  emphasis  has  also 
been  placed  on  modeling  and 
numerical  simulation  of  the 
discharge  dynamics  for 
comparison  with  the  available 
experimental  data. 


The  numerical  method  used 
for  this  study  is  an  algorithm 
developed  specifically  for  the 
solution  of  time-dependent  flow 
problems  containing  steep  gradi¬ 
ents  and  shocks.  The  algorithm, 
called  Flux-corrected  Transport 
( FCT)  [3,4],  incorporates 

methods  of  general  applicability 
to  calculate  accurately  the 
dynamics  of  the  fluid  equations, 
and  then  correct  the  computed 
results  to  remove  the  numerical 
errors  which  are  a  byproduct  of 
conventional  finite-difference 
calculations.  The  FCT  algori¬ 
thm  can  provide  a  complete  two-dimensional  unsteady  flow  solution 
in  the  high  density  continuum  regime,  and  potentially  can  also 
model  the  free-molecular  regime. 

At  present,  preliminary  investigations  of  the  discharge 
dynamics  are  being  made  with  a  simplified,  1-D  description  of  this 
cylindrically  symmetric,  two  phase  flow  problem.  Power  input  to 
the  capillary  is  obtained  from  a  step  pulse  or  from  the 
experimental  current  pulse,  assuming  a  Spitzer  type  plasma 
resistivity,  rj(T)  =  (const) T'3/z.  Water  is  evaporated  from  the 
liquid  surface  area,  S,  by  the  heat  flux  q  imposed  by  the  local 
plasma  conditions,  thus  providing  the  source  of  vapor  mass  from 
-  Sq/hplM-a,  where  hplM4M  is  the  enthalpy  of  the  evaporated  mass  in 
the  plasma.  Using  q  =*  a  ^presumes  that  the  plasma  radiates  as  a 
pure  blackbody,  and  that  heat  flux  due  to  thermal  convection  or 
turbulent  transport  is  negligible.  In  the  l-D  description,  radial 
dynamics  are  not  considered,  so  that  the  ablated  mass  at  each  axial 
position  is  radially  distributed,  instantaneously  and  uniformly. 
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The  model  has  been 
developed  with  increasingly 
complex  physics  to  provide 
agreement  with  experimental 
results.  Model  output  is 
plasma  density,  velocity, 
pressure  and  temperature , 
plotted  versus  axial  distance 
for  selected  times  during  the 
pulse.  The  simple  case  of  a 
step  pulse  in  current  is 
shown  in  Fig.  2,  which  shows 
profiles  of  the  plasma  flow 
velocity  and  pressure  at  5  to  R(mQ) 
30  /isecs.  The  ohmically- 
heated  capillary  is  a 
cylindrical,  40  mm  long 
discharge  chamber,  occupying 
computational  cells  1-100, 
and  having  a  uniform  coating 
of  water  on  the  5  mm  diameter 
inner  wall.  Boundary  condi¬ 
tions  at  the  capillary  exit 
(cell  100)  are  simplified  by 
venting  the  plasma  into  a 
second  5  mm  pipe,  occupying 
cells  101-200,  in  which  thel(kA) 
flow  is  supersonic  and  does 
not  influence  the  capillary 
dynamics . 
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As  shown  in  Fig.  3,  the 
resistance  calculated  from 
the  simple  model  gives 
approximate  agreement  to  the 
resistance  observed 
experimentally  for  the  case 
of  a  water-wetted  wall. 

However,  the  model  does  not 
predict  the  33%  increase  in 

resistance  observed  between  5  and  20  fisecs.  Other  model  predic¬ 
tions,  such  as  temperature,  pressure  and  density,  also  appear  to 
follow  the  average  trends  of  experimental  results  over  a  range  of 
injection  geometries  and  discharge  parameters,  though  details  of 
the  dynamic  behavior  are  likewise  not  well  tracked.  Initial 
results  from  the  numerical  simulations,  though  encouraging,  show 
the  need  for  an  improved  description  of  the  evaporation  and  mixing 
processes. 


In  order  to  benchmark  the  computational  results,  it  is 
essential  to  obtain  good  measurements  of  the  plasma  temperature. 
Qualitative  indications  of  temperature  and  detailed  density 
measurements  have  been  obtained  from  previous,  low  resolution 


spectroscopic  surveys  of  the  plasma  emission  on  an  OMA  [2].  The 
presence  of  singly  and  doubly  ionized  oxygen  line  emissions  has 
prompted  a  high  resolution  OMA  study  to  see  if  a  meaningful 
temperature  can  be  extracted  from  these  features.  In  principle, 
the  line  intensities  within  a  given  ionization  stage  will  follow 
a  Boltzmann  distribution  for  the  upper  level  populations;  i.e., 
I~exp  (-Ey/kT)  .  Analysis  of  the  line  intensities  vs.  level  energy 
can  yield  the  temperature  [5].  Additionally,  the  intensity  ratio 
of  lines  from  successive  ionization  states  can  give  a  sensitive 
measure  of  temperature,  though  the  electron  density  must  be 
independently  established.  The  data  and  evaluation  techniques  are 
presently  being  examined. 

It  has  previously  been  conjectured  that  droplet  breakup  and/ 
or  vapor  expansion  occurs  to  varying  degrees  in  the  fast,  high 
density  flow  field.  We  have  recently  used  nitrogen  laser  shadow- 
graphy  at  the  capillary  exit  plane  to  observe  that  droplet  shatter¬ 
ing  may  be  occurring  within  the  30  /isec  pulse  time.  At  the  closed 
end  of  the  capillary  (cell  0)  the  plasma  is  stationary,  so  that, 
in  this  region,  evaporated  water  may  simply  be  expanding  as  a  cool, 
dense  vapor  with  relatively  minor  mixing  into  the  plasma  component. 
Since  the  strongest  axial  flow  gradients  exist  near  the  exit  (cell 
100)  ,  these  can  more  strongly  influence  the  droplet  breakup, 
expansion,  and  mixing  processes,  i.e.,  the  radial  dynamics. 
Consequently,  future  efforts  will  be  made  to  resolve  the 
temperature  and  resistance  axial  variations  for  clues  to  the 
effects  of  these  gradients. 
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1  Summary: 

The  physics  of  high  voltage  solar  arrays  in  contact  with  the  space  plasma  is  under  investiga¬ 
tion.  Such  solar  arrays  suffer  from  enhanced  current  collection,  enhanced  drag  and  arcing.  These 
problems  are  under  study  with  a  two  and  half  dimensional  particle  in  cell  code  so  that  the  micro¬ 
physics  of  the  plasma  surface  interaction  can  be  studied.  Previous  work  has  clarified  some  of  the 
underlying  mechanisms  behind  the  enhanced  current  collection.  In  the  present  work,  the  effect  of 
magnetic  field  on  the  enhanced  current  collection  and  on  the  enhanced  drag  is  studied.  A  better 
understanding  of  these  interactions  will  lead  to  better  design  of  solar  arrays  so  as  to  alleviate  these 
problems. 

Technical  Discussion 

As  space  systems  become  larger  and  more  complex,  the  power  required  to  run  them  has  in¬ 
creased.  Simple  calculations  show  that  the  power  lost  in  a  transmission  line  expressed  as  a  fraction 
of  the  power  generated  scales  as  the  current  carried  in  the  line.  It  is  also  easy  to  show  the  mass  of 
the  transmission  line  scales  as  the  square  of  the  current.  From  these  considerations  space  engineers 
have  tried  to  design  high  power  systems  to  operate  at  high  voltages  rather  than  high  currents  since 
this  minimizes  the  mass  penalty.  This  has  led  to  the  development  of  high  voltage  solar  arrays. 
The  potential  drop  across  these  solar  arrays  may  be  several  hundred  volts.  These  solar  arrays  are 
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typically  designed  with  the  solar  cells  connected  by  metallic  interconnects  which  are  exposed  to  the 
space  environment.  The  reason  for  this  is  to  reduce  the  mass  of  the  solar  array  by  removing  the 
insulation  from  the  connector  and  because  it  is  observed  that  the  insulation  erodes  under  the  im¬ 
pact  of  the  low  energy  ions  found  in  low  earth  orbit  and  also  because  small  defects  in  the  insulation 
have  been  found  to  render  it  useless.  Maxwell’s  equations  applied  to  the  whole  solar  array  demand 
that  the  net  plasma  current  to  the  solar  array  must  be  zero  for  the  system  to  be  in  equilibrium.  In 
order  for  this  to  be  true  what  is  found  is  that  a  part  of  the  array  will  take  a  positive  potential  with 
respect  to  the  environment  (and  attract  electrons  to  the  interconnects)  while  the  rest  of  the  array 
will  float  negatively  with  respect  to  space  and  collect  ions  to  the  interconnects.  One  observation 
for  these  high  voltage  solar  arrays  is  that  the  positively  biased  interconnects  collect  anomalously 
large  currents  above  a  critical  voltage.  This  voltage  has  been  termed  the  ” snapover”  voltage  from 
the  shape  (an  S  shape)  of  the  current  voltage  curve  for  the  conductor.  Negatively  biased  surfaces 
undergo  arcing  below  a  critical  voltage.  The  two  phenomena  are  connected  when  both  occur  on  a 
solar  array  in  that  once  the  positively  biased  end  of  the  array  undergoes  snapover  the  area  of  the 
negatively  biased  end  of  the  array  increases  to  maintain  current  balance.  This  exposes  an  increased 
area  of  the  array  to  negative  arcing  damage.  In  addition  the  negatively  biased  parts  of  the  solar 
array  have  been  found  experimentally  to  have  enhanced  ion  drag  associated  with  them. 

In  previous  work  a  theory  was  developed  for  the  anomalous  current  collection  observed  on 
positively  biased  conductors  surrounded  by  dielectric  surfaces.  This  is  seen  on  segments  of  high 
voltage  solar  arrays.  It  is  proposed  that  the  snapover  seen  in  current  collection  to  the  conductor  is 
the  result  of  a  transition  from  one  stable  root  of  the  neighboring  dielectric  surface  to  the  otljer  stable 
root  of  the  current  balance  relation.  Two  specific  predictions  of  the  theory  that  may  be  amenable 
to  experimental  test  are  first  that  the  snapover  voltage  will  be  larger  for  conductor  geometries 
that  give  planar  current  collection  as  opposed  to  conductor  geometries  that  give  spherical  current 
collection.  Secondly,  the  snapover  voltage  is  a  sensitive  function  of  the  material  that  the  dielectric 
is  composed  of  and  depends  most  sensitively  on  the  first  unity  crossing.  Hence  materials  with 
the  same  maximum  yield  but  different  unity  crossings  can  have  substantially  different  snapover 
voltages. 


The  effect  of  the  magnetic  field  on  the  snapover  phenomemon  has  been  studied.  This  is  moti¬ 
vated  by  the  use  of  solar  arrays  on  spacecraft  in  polar  orbits  where  the  spaccraft  will  see  a  magnetic 
field  which  changes  substantially  over  the  orbit.  The  appearance  of  snapover  results  from  the  sur¬ 
face  charge  on  the  dielectric  going  from  a  large  value  to  a  small  value,  while  the  disappearance 
of  snapover  results  from  the  surface  charge  on  the  dielectric  going  from  a  small  value  to  a  large 
value.  The  process  of  losing  surface  charge  from  the  dielectric  requires  high  energy  electrons  to  leak 
through  a  potential  barrier  and  initiate  secondary  emission.  The  process  of  gaining  surface  charge 
requires  the  dielectric  to  recapture  the  secondary  electrons  emitted  by  primary  electrons. 

Increasing  the  magnetic  field  suppresses  the  mechanisms  for  snapover.  The  appearance  of 
snapover  requires  high  energy  electrons.  A  strong  magnetic  field  prevents  electrons  from  crossing 
field  lines  to  reach  areas  of  high  energy.  The  reduced  number  of  high  energy  electrons  lowers  the 
probability  of  snapover.  Therefore,  snapover  is  delayed  until  the  conductor  voltage  reaches  higher 
levels. 

The  disappearance  of  snapover  occurs  when  electrons  are  unable  to  escape  from  the  dielectric 
after  being  reemitted.  Increasing  the  magnetic  field  strength  shortens  the  gyroradius  of  the  elec¬ 
trons.  Electrons  over  the  dielectric  move  in  smaller  circles,  and  a  shorter  radius  will  cause  most 
of  the  electrons  to  fall  back  on  the  dielectric.  More  secondary  emission  is  required  to  achieve  the 
same  escape  level.  Therefore,  snapover  also  disappears  at  higher  levels  of  the  conductor  voltage. 

When  the  orientation  of  the  magnetic  field  is  parallel  to  the  plane  of  the  conductor  and  di¬ 
electrics,  the  collected  current  decreases,  and  the  appearance  of  snapover  occurs  at  a  lower  the 
conductor  voltage.  Charged  particles  moving  in  the  presence  of  a  magnetic  field  orbit  the  field 
lines  at  their  gyroradius.  When  the  magnetic  field  is  weak,  the  gyroradius  is  large  enough  for  the 
electrons  to  reach  the  conductor.  When  the  field  is  strong,  the  gyroradius  decreases  allowing  only 
electrons  with  very  high  energies  to  reach  the  conductor.  Thus,  the  collected  current  is  reduced. 

When  the  magnetic  field  is  perpendicular  to  the  electric  field,  the  particles  have  a  greater 
perpendicular  velocity  and  thus  a  greater  gyroradius.  With  the  magnetic  field  perpendicular  to  the 
conductor,  the  conductor  voltage  must  be  higher  in  order  to  give  the  electrons  the  same  gyroradius 
they  have  when  the  magnetic  field  is  parallel  to  the  plane.  The  appearance  of  snapover  depends 
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upon  the  presence  of  high  energy  electrons.  With  the  magnetic  field  parallel  to  the  plane,  sufficient 
numbers  of  high  energy  electrons  can  cross  the  magnetic  field  lines  at  a  lower  conductor  voltage. 
Thus,  snapover  appears  earlier. 

These  conclusions  imply  that  spacecraft  in  polar  orbit  will  be  in  a  constant  state  of  flux.  When 
crossing  above  the  tropical  regions,  high  voltage  solar  arrays  will  be  more  likely  to  undergo  snapover 
due  to  the  weakness  of  the  magnetic  field.  As  the  space  craft  crosses  the  polar  regions,  the  strength¬ 
ening  of  the  magnetic  field  could  cause  snapover  to  disappear.  Thus,  the  surface  potential  of  any 
solar  array  on  such  a  spacecraft  will  be  changing  constantly.  Spacecraft  in  equatorial  orbits  will 
encounter  constant  magnetic  fields,  and  the  surface  potential  of  their  solar  arrays  will  be  constant 
as  well.  It  is  well  documented  that  portions  of  solar  arrays  biased  negatively  with  respect  to  the 
ambient  plasma  are  subject  to  arcing  damage.  Spacecraft  in  equatorial  orbits  will  be  able  to  limit 
this  damage  to  specific  regions.  For  spacecraft  in  polar  orbits,  the  constant  change  in  the  surface 
potential  of  their  solar  arrays  means  that  a  much  larger  portion  of  their  arrays  will  be  subject  to 
arcing  damage. 

The  enhanced  ion  drag  on  high  voltage  solar  arrays  was  identified  in  experiments  in  Japan.  The 
solar  array  was  modelled  as  a  conductive  plate  with  one  overlapping  sheath  structure.  Numerical 
calculations  with  a  particle  tracking  code  verified  the  high  ion  drag  and  showed  that  it  was  primarily 
due  to  the  reflected  ions  which  had  partially  accomodated  on  the  surface.  In  the  present  work  the 
drag  has  been  calculated  with  a  particle  in  cell  code.  This  enables  us  to  study  the  effect  of  the 
magnetic  field  on  the  electrons  as  they  participate  in  the  process.  In  addition  we  study  the  effect 
of  having  a  surface  which  does  not  have  an  overlapping  sheath  structure  as  realistic  high  voltage 
solar  arrays  will  most  likely  have.  We  find  that  the  PIC  simulations  reproduce  the  particle  tracking 
results  when  they  are  both  run  on  a  conductive  plate.  However  once  a  dielectric  surface  is  included 
the  drag  coefficeint  is  substantially  changed.  This  is  due  to  the  fact  that  the  ions  and  electrons 
can  get  to  the  dielectric  surface  so  that  the  charge  ditribution  on  it  may  be  quite  different  than 
the  nearby  conductor.  When  the  ions  accomodate  and  partially  reflect  the  momentum  transfer  to 
the  surface  is  changed  from  the  conductor  only  case.  We  study  these  effects  as  a  functions  of  the 
nondimensional  parameters  which  govern  the  interaction. 
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SUMMARY/OVERVIEW: 

The  Electron-Cyclotron-Resonance  (ECR)  plasma  thruster  is  an  electrodeless 
electromagnetic  device  with  the  theoretical  potential  for  very  high  specific  impulse, 

long  life,  and  high  unit  power  handling  capability.  This  research  is  directed  at 

developing  a  quantitative  scientific  understanding  of  the  operation  of  the  ECR 
plasma  thruster.  To  accomplish  this  objective,  both  analytical  and  experimental 
research  is  being  conducted.  In  the  analytical  part  of  this  program  a  quasi-one- 
dimensional,  steady-state  model  of  the  acceleration  process  has  been  developed. 
Numerical  calculations  based  on  this  model  are  being  undertaken  to  provide 

quantitative  predictions  of  physical  parameters  which  can  be  tested  experimentally. 
Experimental  tests  on  a  laboratory  ECR  plasma  accelerator  have  been  on-going. 
Several  diagnostic  tools,  including  a  gridded  energy  analyzer,  an  ion  collection  cup 
current  density  analyzer,  and  emissive  probes,  have  been  used  to  measure  physical 

parameters  of  interest  in  further  developing  a  basic  scientific  understanding  of  this 

device. 

TECHNICAL  DISCUSSION: 

Analytic  Research  The  quasi-one-dimensional  model  of  the  ECR  plasma  acceleration 
process  which  has  been  developed  under  this  effort  is  designed  to  determine  the 
effects  of  the  following  physical  processes:  i)  up-stream  ambipolar  diffusion,  ii) 

cross-field  radial  diffusion,  iii)  various  elastic  scattering  phenomena,  iv)  inelastic 

collision  effects,  and  v)  the  electron-cyclotron,  dipole-moment,  grad-B  accelerating 
force.  To  accomplish  this  objective,  the  model  treats  axial  variation  in  the  plasma 
properties  using  a  constant-area  plasma  flow  model.  Certain  parameters,  such  as  the 
magnitude  of  the  applied  magnetic  field  (and  its  spatial  derivative),  and  the  spatial 
power  density  of  the  coupled  microwave  radiation  are  assumed  constant  in  time  with 
a  specified  axial  variation.  The  basic  equations  of  this  model  can  be  written  as  a 

plasma  continuity  equation,  a  plasma  momentum  equation,  and  two  energy  equations 
for  the  perpendicular  and  parallel  components  of  the  electron  energy. 

d(nu) 

continuity:  ”dz"  =  ^p 


momentum: 
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Where  the  plasma  source  term  is  given  by  the  following  relationship. 

c  nkT? 

S  =  nna<veO;>  -  - - *r 

P  a  e  1  8eBf2 


Two  additional  functions  which  account  for  electron  energy  distribution  due  to 
collisions  are  defined  as  follows. 


Fj  -  n(Wprp-  2Wpar)(nQjej  +  naQaci) 

+  U|Qi )  +  °2U„,Q„, 

**2  “  W _ +  W— 


In  this  notation,  n  is  the  plasma  electron  number  density  (assumed  equal  to  the  ion 

number  density),  u  is  the  plasma  flow  velocity,  z  is  the  axial  coordinate,  Sp  is  the 

plasma  source  term,  mi  is  the  ion  mass,  ua  is  the  gas  flow  velocity,  na  is  the  gas 
number  density,  crja  is  the  cross  section  for  ion-atom  momentum  exchange,  Wprp  is 
the  mean  electron  energy  perpendicular  to  field  lines,  Wpar  is  the  mean  electron 
energy  parallel  to  field  lines,  B  is  the  magnitude  of  the  local  magnetic  field,  oea  is  the 
cross  section  for  electron-atom  momentum  exchange,  Ppar  is  the  component  of  the 
electron  pressure  parallel  to  field  lines,  peer  is  the  density  of  microwave  power 
assumed  coupled  to  the  e'ectron  motion,  r  is  the  radius  of  the  plasma  beam,  and  Q 
represents  the  various  rate  coet/ dents  for  electron  scattering.  Subscripts  for  the 
rate  coefficients  for  electron  scattering  have  the  following  meanings:  iel  is  elastic 

scattering  with  charged  species,  ael  is  elastic  scattering  with  atoms,  ex  is  inelastic 
excitation  scattering  with  atoms,  i  is  ionization  of  atoms,  and  exi  is  inelastic  excitation 
of  ions.  U  indicates  the  energy  level  of  the  various  inelastic  scattering  phenomena 
with  the  same  meaning  ascribed  to  subscripts  as  for  the  rate  coefficients. 

Due  to  space  limitations  only  the  most  important  assumptions  made  in  the  model  are 

summarized  here.  The  momentum  equation  stated  above  is  derived  by  combining  the 

ion  and  electron  momentum  equations  using  the  ambipolar  electric  field  under  the 

assumptions  of  zero  net  axial  electric  current,  quasi-neutrality,  and  neglecting  the 
ion  thermal  motion.  Electron  mass  is  neglected  in  comparison  to  ion  mass.  The 
energy  equations  treat  the  two  components  of  the  electron  thermal  energy  while 
neglecting  the  mean  directed  kinetic  energy  of  the  electrons.  Treatment  of  the  ion 
directed  kinetic  energy  is  implicit  in  the  electron  energy  and  plasma  momentum 
equations.  In  the  plasma  source  equation,  the  usual  ionization  term  is  present  along 
with  a  worst-case  loss  term  associated  with  cross-field  Bohm  diffusion.  The  unusual 
feature  of  the  two  functions  which  account  for  electron  energy  distribution  due  to 
collisions  is  the  presence  of  a  single  excitation  energy  and  an  associated  rate 

coefficient.  This  lumped  approximation  for  the  excitation  process  is  si.nilar  to  a 

technique  which  has  been  used  successfully  in  modeling  electrostatic  ion  engines. 
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Calculations  based  on  this  model  using  a  finite  differencing  scheme  are  in  progress. 
Appropriate  boundary  conditions  and  peripheral  equations  describing  the  flow  of 
the  neutral  gas  are  also  used  in  these  calculations,  the  results  of  which  will  be 
predictions  of  measurable  plasma  parameters  and  thruster  performance.  The 

parameters  the  model  is  design  to  predict  include  plasma  density,  temperature, 
electrostatic  potential,  and  velocity.  Once  the  model  is  verified  it  will  hopefully  be 
useful  in  the  design  of  much  more  efficient  ECR  thrusters  and  will  form  the  basis  of 
an  important  program  of  basic  scientific  research. 

Experimental  Research  An  experimental  test  bed  has  been  developed  as  pan  of  this 
program  and  is  described  in  Ref.  2.  Some  of  the  diagnostic  tools  which  have  been 
developed  include  a  gridded  energy  analyzer,  an  ion  collection  cup  current  density 
analyzer,  and  emissive  probes  for  measuring  plasma  potential. 

The  gridded  energy  analyzer  (shown  in  Figure  1)  is  a  four  grid  device  in  which  the 
first  grid  is  a  grounded  attenuator  with  an  open  hole  fraction  of  about  IS  percent  and 
a  mesh  size  on  the  order  of  10  pm.  The  second  grid  is  an  electron  repeller  which  is 
held  at  a  negative  potential  of  100  to  200  volts  to  remove  the  electrons  from  the  ion 
stream.  The  third  grid  is  the  ion  repeller  screen  whose  potential  is  varied  to  obtain 
the  characteristic.  The  fourth  grid  is  the  electron  suppressor  which  prevents 
secondary  electrons  from  obscuring  the  signal  picked-up  by  a  collector  plate.  By 
taking  the  slope  of  a  plot  of  collector  plate  current  against  ion  repeller  grid  voltage, 
the  ion  energy  distribution  can  be  determined.  A  typical  ion  energy  distribution 
thus  obtained  is  given  in  Figure  2. 

The  ion  collection  cup  current  density  analyzer  (shown  in  Figure  3)  is  a  simple  probe 
in  which  an  ion  collection  tube  is  located  inside  a  grounded  Faraday  cup  with  an 
aperture  of  known  area.  In  use,  the  plasma  stream  is  directed  to  pass  through  the 
aperture  into  the  Faraday  cup.  Once  inside  the  Faraday  cup,  electrons  are  removed 
from  the  ion  beam  by  a  negative  potential  of  several  hundred  volts  which  is  applied 
to  the  ion  collection  tube.  The  geometry  of  the  ion  collection  tube  is  designed  to 
ensure  the  suppression  of  secondary  electrons.  Beam  density  is  calculated  from  the 
area  of  the  collecting  aperture  and  the  magnitude  of  the  ion  current.  Measured 
centerline  beam  densities  obtained  from  this  device  at  approximately  30  cm 
downstream  of  the  thruster  are  1.0  mA/cm2  at  mass  flow  rates  of  7  seem  of  argon  and 
1  kWe  input  microwave  power. 

In  addition  to  the  above  described  instruments,  an  emissive  probe  has  been  used  to 
measure  the  plasma  potential  at  various  locations  in  the  plume.  Typical  measured 
steady-state  accelerating  potentials  fall  in  the  60  to  100  volt  range.  A  plot  of 
measured  plasma  potential  versus  on-axis  distance  from  the  thruster  is  presented  in 
Figure  4  along  with  the  measured  local  magnetic  field.  In  the  absence  of  collisional 
losses,  one  would  expect  a  linear  relationship  between  magnetic  field  strength  and 
plasma  potential  in  reasonable  agreement  with  experimental  data  shown  in  the 
figure.  We  have  observed  an  oscillation  in  plasma  potential  at  kilohertz  frequencies 
with  a  typical  variation  of  25  percent  of  the  peak  potential.  Further  research  is 
required  to  explain  this  oscillation. 

Conclusion  and  Plans  The  on-going  theoretical  and  experimental  development  as 
described  above  represents  the  basis  for  a  meaningful  scientific  understanding  of 
the  ECR  plasma  acceleration  process.  Future  effort  will  be  directed  toward  obtaining 
numerical  predictions  of  plasma  conditions  based  on  the  present  model  and 
comparing  these  predictions  with  the  results  of  a  systematic  implementation  of  the 
diagnostics  developed  thus  far.  High-speed  video  imaging  of  the  ECR  plasma  is  also 
planned  to  help  gain  insight  into  the  unsteady  aspects  of  its  operation. 
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OVERVIEW: 

The  proposed  research  addresses  itself  to  the  development  of 
computercodes  to  predict  the  performance  of  arcjet  and  magneto¬ 
plasma  dynamic  thruster  devices. 

AUTORS:  P.C.  Sleziona  and  H.O.  Schrade 
TECHNICAL  DISCUSSION: 


1 .Curvilinear  Calculations  of  Discharge  Equation 

Up  to  now  two  different  numerical  codes  have  been  used  for  the  two  main  configurations 
of  the  MPD-thrusters  (ZT1  and  DT2)  developed  and  investigated  at  the  IRS  [1,2,3]. 
Here  a  uniform  solution  method  for  the  discharge  equation,  describing  the  magneto- 
plasmadynamic  part  of  the  MPD-thrustei  modellings,  is  presented.  For  this  purpose 
the  discharge  equation  is  transformed  from  cylindrical  coordinates  to  general  curvilinear 
coordinates  [4], 

Contrary  to  (2J.  there  are  no  terms  neglected  at  the  transformation  of  the  discharge 
equation  into  curvilinear  coordinates.  That  means  the  complete  discharge  equation  is 
transformed  into  a  curvilinear  coordinate  system,  which  gives  the  complete  solution  of 
numerical  accuracy  due  to  a  correspondingly  fine  discretisation. 

In  the  first  two  figures  the  solution  of  this  discharge  equation  for  two  different  geometries, 
represented  by  the  current  contour  lines,  is  shown  as  an  example.  Both  representations 
have  been  determined  for  a  constant  electron  temperature  of  1000 OK  and  a  pressure 
of  1000  Pa.  The  velocity  hereby  is  taken  zero  all  over  the  field. 

In  both  cases  the  discharge  equation  has  been  iterated  to  a  maximum  local  residum, 
which  is  smaller  than  %.  In  the  calculations  of  the  two  different  geometries  all  there 
had  to  be  done  was  a)  to  produce  the  different  grids,  and  b)  the  different  starting  and 
ending  positions  of  the  electrodes  had  to  be  stated  for  the  boundary  conditions. 


204 


2.  Cylindrical  MPD-Thruster  Calculations 

The  magnetoplasmadynamic  calculations  become  more  and  more  difficult  the  smaller 
the  local  densities  of  the  plasma  flow  are.  During  the  recent  time  we  have  calculated  the 
cylindrical  MPD-thruster  with  a  fairly  small  mass  flow  rate  of  2  g/a.  These  calculations 
require  a  detailed  understanding  of  the  flow  and  discharge  program,  since  the  structure 
of  the  program  is  very  sensible  against  numerical  errors.  Typical  results  of  such  a 
calculation  are  presented  in  figure  3-5.  The  boundary  conditions  and  initial  distributions 
were  the  sa^  as  in  (2). 


3.  Prospect  for  the  Future 

According  to  the  solution  of  the  discharge  equation  which  is  simple  for  different  geome¬ 
trical  configurations,  it  is  also  necessary  to  form  the  solution  of  the  flow  equations.  This 
requires  a  flow  calculation  program  that  is  robust  enough  to  enable  flow  calculation  in 
complex  geometry  with  fairly  satisfying,  curvilinear  grids.  An  additional  aspect  is  that 
the  program  with  very  big  source  terms  in  the  impulse  and  energy  equations  has  gua¬ 
rantee  a  stable  computation.  These  source  terms  change  the  homogeneous  differential 
equation  system  into  a  strong  inhomogeneous  differential  equation  system,  and  most  of 
the  solution  inethodes  become  instable. 

The  flow  calculation  program  we  have  used  up  to  now  is  a  finite  difference  program  which 
remains  stable  despite  high  source  terms  in  the  conservation  equations,  however  requires 
high  accuracy  for  the  grid  positioning  in  particular  at  the  borders  for  the  modelling  of  the 
boundary  conditions.  Due  to  that  it  is  not  suitable  for  geometrical  changes.  Presently 
we  are  investigating  the  stability  of  a  modern  finite  volume  procedure  with  high  source 
terms,  which  easily  enables  a  change  of  the  geometrical  configuration. 

With  such  a  program  and  the  solution  program  for  the  discharge  equation  one  only 
has  to  make  the  grid  for  a  new  MPD-thruster  configuration,  to  place  the  electrode 
starting  and  ending  positions  and  to  state  the  inflow  conditions  in  order  to  carry  out  a 
calculation  in  the  scope  of  physical  modelling. 

(1]  Auweter-Kurtz,  M.,  Kurtz,  H.L.,  Schrade,  H.O.,  Sleziona  P.C.:  Numerical  Mode¬ 
ling  of  the  Flow  Discharge  in  MPD-Thrusters.  Journal  of  Propulsion  and  Power, 
Vol.  5  No.  1,  pp.  49-55,  1989. 

(2)  Sleziona,  P.C.,  Auweter-Kurtz,  M.,  Schrade  H.O.:  Numerical  Codes  for  Cylindrical 
MPD  Thrusters.  IEPC  88-043,  20th  International  Electric  Propulsion  Conference, 
Garmisch-Partenkirchen,  1988. 

(3]  Auweter-Kurtz,  M.,  Glaser,  S.F.,  Kurtz,  H.L.,  Schrade  H.O.,  Sleziona  P.C.:  An 
Improved  Code  for  Nozzle  Type  Steady  State  MPD  Thrusters.  IEPC  88-043,  20th 
International  Electric  Propulsion  Conference,  Garmisch-Partenkirchen,  1988. 

(4)  Sleziona,  P.C.:  Vollstandige  Losung  der  Entladungsgleichung  in  krummlinigen  Ko- 
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Figure  1:  Current  contour  lines  for  the  ZT1-1RS  thruster 


Figure  2:  Current  contour  lines  for  the  DT2-IRS  thruster 
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Figure  3:  Current  contour  lines  with  a  current  of  2k A  and  a  mass  flow  rate  of  2  g/a. 
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Figure  4:  Temperature  contour  lines,  current  of  2  k A,  mass  flow  rate  of  2  g/ 
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Figure  5:  Velocity  vector  distribution,  current  of  2ik^4,  mass  flow  rate  of  2 g/ 
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1  Summary: 

Technical  Discussion 

A  variety  of  different  types  of  electric  propulsion  have  been  put  forward  as  appropriate  for  space 
applications.  One  class  of  electric  propulsion  device  is  the  magnetoplasmadynamic,  or  MPD,  thruster. 
MPD  thrusters  use  the  Lorentz  force  produced  by  charged  particles  moving  in  an  electric  field  to  accelerate 
the  propulsive  fluid  and  produce  thrust. 

MPD  channels,  although  simple  to  construct,  are  hard  to  analyze  because  of  the  complex  interaction 
between  the  magnetic  field  and  the  fluid.  One  way  to  model  these  devices  and  topredict  their  performance  is 
to  simulate  them  numerically.  Some  numerical  work  has  already  been  done  with  MPD  thrusters.  Martinez 

[5]  and  Kuriki  [3]  study  a  one  fluid,  fully  ionized  model  of  a  steady  quasi  one  dimensional  flow.  Minakuchi 

[6]  includes  the  effect  of  axial  heat  conduction  in  his  steady,  one  fluid,  quasi  one  dimensional  model. 
Subramaniam  [7]  and  Lawless  [4]  worked  with  both  the  one  fluid  model  and  a  partly  ionized  two  fluid 
model.  Heimerdinger  [l]  also  works  with  a  partly  ionized,  thermal  equilibrium  model,  which  includes 
viscosity.  Other  work  has  been  done  with  two  dimensional  models. 

This  research  uses  a  quasi  one  dimensional  two  fluid  model.  The  model  consists  of  fluid  equations 
for  the  total  density,  the  ionization  fraction,  the  axial  velocity,  the  electron  temperature,  and  the  heavy 
species  temperature,  as  well  as  a  magnetic  field  equation  derived  by  combining  Maxwell’s  equations  with 
Ohm’s  law.  It  is  assumed  that  all  the  particles  have  the  same  axial  velocity,  and  that  the  ion  and  neutral 
temperatures  are  the  same. 

A  number  of  source  terms  are  used  to  model  various  phenomena  in  the  flow.  The  electron  temperature 
equation  includes  axial  heat  conduction.  A  number  of  source  terms  are  used  to  model  various  phenomena 
in  the  flow.  The  Hinnov-Hershberg  model  is  used  to  determine  the  ionization  and  recombination  at  each 
axial  location.  Ambipolar  diffusion  is  included  by  assuming  a  parabolic  number  density  distribution  across 
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the  channel.  The  contribution  of  viscosity  to  the  momentum  and  the  heavy  species  temperature  equation* 
is  included  by  assuming  a  parabolic  velocity  distribution.  Collisional  energy  transfer  between  electrons 
and  heavy  species  is  also  modeled.  The  electrical  conductivity  at  each  axial  location  is  computed  using 
the  Spitzer-Harm  formula.  The  viscosity  and  heat  conduction  coefficients  are  also  computed  at  each  axial 
location.  All  of  the  equations  are  written  in  their  unsteady  forms,  and  the  numerical  method  is  an  unsteady 
method,  although  only  steady  state  results  have  been  examined  so  far. 

The  numerical  method  used  is  a  combination  of  various  schemes.  This  is  due  to  the  different  types  of 
equations  and  their  different  time  scales.  The  magnetic  field  equation  and  the  heat  conduction  term  in 
the  electron  temperature  equation  are  integrated  using  McCormack’s  method  a  number  of  times  for  each 
step  of  the  other  equations.  The  remaining  equations  are  stepped  using  either  the  Donor  Cell  method  or 
a  modified  Rusanov  method. 

A  number  of  the  inlet  boundary  conditions  of  the  flow  are  determined  by  the  physical  characteristics  of 
the  flow,  the  mass  flow  per  unit  area,  the  applied  current,  and  the  total  inlet  enthalpy.  The  inlet  ionization 
fraction  is  physically  zero,  but,  because  of  the  limitations  of  the  model,  the  inlet  ionization  fraction  is 
set  to  some  <«mnll  number.  The  inlet  heavy  species  temperature  is  set  to  room  temperature.  For  cases 
with  heat  conduction,  the  electron  temperature  gradient  at  the  inlet  is  set  to  zero.  For  cases  without  heat 
conduction,  the  inlet  density  is  computed  using  a  downwind  difference. 

The  exit  boundary  conditions  for  supersonic  flow  are  zero  gradient  in  all  variables  except  the  magnetic 
field,  which  is  set  to  zero  at  the  exit,  and  the  heavy  species  temperature,  which  is  chosen  so  that  there  is 
zero  gradient  in  the  sum  of  the  fluid  and  magnetic  pressures.  For  subsonic  flow  the  pressure  is  set  to  some 
small  external  pressure,  and  the  other  variable  are  chosen  so  that  there  is  zero  gradient  in  the  Riemann 
invariants. 

The  method  was  tested  by  simplifying  the  equations  to  be  the  unsteady  analogue  of  the  equations 
used  by  Martinez  [5].  Running  the  simulation  to  steady  state  provided  results  similar  to  those  found  by 
Martinez  for  a  number  of  different  magnetic  Reynolds  numbers  and  for  both  constant  and  variable  area 
channels. 

The  full  set  of  equations  were  then  used  to  examine  the  effect  of  various  phenomena  on  the  flow  and 
performance  characteristics  of  the  thruster.  The  thruster  was  taken  to  be  20  cm  long  with  an  electrode 
seperation  of  2  cm.  The  inlet  ionization  and  total  enthalpy  were  chosen  to  be  small  enough  so  that  their 
effect  on  the  flow  was  negligible. 

First  ambipolar  diffusion  was  added  to  the  baseline  case,  then  viscosity,  and  finally,  heat  conduction. 
As  shown  in  Table  1,  ambipolar  diffusion  and  heat  conduction  had  little  effect  on  performance.  Viscosity 
however  played  a  major  role  in  determining  thruster  performance  and  flow  characteristics.  Viscosity  causes 
the  heavy  species  temperature  to  increase  rapidly  to  levels  of  1  to  10  eV  and  causes  the  flow  to  be  frictionally 
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3053 
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Table  1:  Thrust  and  Efficiency  for  All  Cases 


choked  with  exit  velocities  on  the  order  of  5000  meters/second  . 

It  was  also  desired  to  determine  the  effect  of  increasing  the  total  current  supplied  to  the  thruster, 
and  hence  the  inlet  magnetic  field.  Increasing  the  total  current  from  80  kAmp/meter-depth  to  120  kA/m 
caused  the  flow  to  develop  a  large  current  concentration  at  the  exit,  with  a  corresponding  increase  in  the  exit 
electron  temperature  and  ionization.  Increasing  the  total  current  to  160  kA/m  caused  this  concentration 
to  become  so  large  that  the  simulation  did  not  converge  to  a  steady  state.  As  shown  in  Table  1,  increasing 
the  total  current  to  120  kA/m  resulted  in  an  increase  in  the  thruster  efficiency. 

It  is  possible  that  the  large  exit  current  concentrations  in  the  higher  total  current  cases  is  due  in  part 
to  the  static  instability  described  by  Heimerdinger  [2].  Physically  this  instability  would  first  appear  near 
the  inlet  and  then  travel  down  the  channel.  When  the  current  buildup  reaches  the  exit,  the  current  would 
bend  out  of  the  channel  and  the  concentration  would  dissipate  .  The  current  concetration  would  then 
reappear  at  the  beginning  of  the  channel.  However,  in  a  one  dimensional  model  with  zero  exit  current,  the 
instability  is  forced  to  remain  at  the  exit. 

The  last  effect  examined  was  the  effect  of  area  variation.  The  results  for  the  full  model  at  the  80  kA/m 
current  for  a  constant  area  channel  were  compared  to  the  results  for  a  parabolic  channel  with  an  throat 
area  of  2  cm  ,  an  inlet  to  throat  area  ratio  of  1.5,  and  an  exit  to  throat  area  ratio  of  2.  Area  variation 
alleviated  the  exit  current  buildup  somewhat  and  resulted  in  an  increase  in  performance. 

As  detailed  earlier,  a  model  with  a  one  dimensional  magnetic  field  which  goes  to  zero  at  the  channel 
exit  is  problematic.  To  alleviate  these  problems,  a  two  dimensional  magnetic  field  simulation,  coupled  with 
a  quasi  one  dimensional  fluid  calculation,  was  developed.  This  simulation  allows  the  current  to  bend  at 
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the  exit.  However,  the  quenching  of  the  exit  current  has  not  yet  been  simulated  numerically. 

Some  work  has  also  been  done  in  an  attempt  to  combine  the  one  dimensional  MPD  simulation  with  a 
model  of  anomalous  dissipation  in  MPD  thrusters.  The  dissipation  arises  due  to  the  presence  of  a  modified 
two  stream  instability  in  the  plasma.  The  one  dimensional  code  produces  the  parameters  at  each  axial 
location  needed  by  the  dissipation  model  to  determine  if  the  instability  exists  and  what  its  efTect  will  be,  in 
terms  of  a  modified  conductivity  and  electron  and  ion  heating  rates.  The  one  dimensional  code  will  then 
take  into  account  the  effects  of  the  instability  .  By  iterating  this  process  a  number  of  times,  a  steady  state 
should  be  reached. 
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SUMMARY/OVERVIEW: 

The  purpose  of  this  research  is  to  understand  and  quantify  the  mechanisms  responsible  for  erosion  in  steady  state 
magnetoplasmadynamic  (MPD)  thrusters.  This  is  an  important  step  in  being  able  to  predict  thruster  lifetimes.  A 
major  if  not  dominant  erosion  mechanism  in  the  diffuse  mode,  is  evaporation.  This  analytical  work  aims  to 
understand  this  mechanism  in  particular,  its  limits,  and  to  provide  quantitative  models  in  order  to  estimate  the 
electrode  lifetimes. 


TECHNICAL  DISCUSSION 

Erosion  processes  depend  on  a  complex  coupling  between  plasma  discharge  characteristics,  plasma-wall  interac¬ 
tions,  and  electrode  phenomena.  In  particular,  erosion  rates  depend  on  whether  the  current  conduction  is 
through  localized  spots,  or  via  a  diffuse  (distributed)  mode.  Spots  are  detrimental  to  the  electrode  material 
because  of  their  high  erosion  rates.  Therefore,  it  is  important  to  understand  how  and  under  what  conditions  they 
may  be  formed,  and  exactly  when  diffuse  mode  behaviour  ends.  Much  of  the  focus  of  this  research  is  on  the 
cathode,  although  the  anode  has  also  been  studied.  The  thermal  response  of  the  electrodes  at  steady  state  is  dis¬ 
cussed  next,  followed  by  a  brief  summary  of  ongoing  and  planned  research. 

The  anode  will  be  discussed  first  A  recent  theory  predicts  two  operating  modes  for  the  anode.1  One  of  these  is 
a  stable  steady  state,  while  the  other  results  in  a  thermal  runaway.  The  transition  of  the  stable  diffuse  mode  to 
the  unstable  thermal  runaway  occurs  as  the  current  density  increases.  For  low  current  densities,  the  anode 
sheath  attracts  plasma  ions  and  repels  plasma  electrons.  The  anode  is  at  a  negative  potential  with  respect  to  the 
plasma  at  the  sheath  edge,  under  these  operating  conditions.  As  the  current  density  continuously  increases,  the 
magnitude  of  the  anode  "fall"  decreases,  goes  through  zero,  and  assumes  positive  values  (i.e.  the  anode  replies 
positive  values  of  the  potential  with  respect  to  the  plasma,  at  high  current  densities).  This  sheath  reversal  has 
been  observed  experimentally.2  In  our  anode  theory,  we  show  that  a  thermal  runaway  occurs  prior  to  the  sheath 
reversal.  This  thermal  runaway  which  occurs  at  a  critical  value  of  the  anode  "fall",  is  caused  by  a  positive  feed¬ 
back  between  electron  bombardment  and  thermionic  emission.  Consider  the  anode  operation  at  low  current  den¬ 
sities.  A  small  decrease  in  the  absolute  value  of  the  anode  sheath  drop  results  in  an  increase  in  electron  bom¬ 
bardment  This  results  in  local  heating  of  the  surface  leading  to  higher  temperatures  and  hence  increased  ther¬ 
mionic  emission.  The  increased  surface  electron  emission  current  then  causes  a  further  decrease  in  the  sheath 
drop  in  order  to  conserve  overall  current.  This  process  then  repeats  itself  until  the  surface  is  regeneratively 
heated  and  has  locally  melted.  This  thermal  runaway  can  be  delayed  by  external  cooling  and  may  explain  the 
occurence  of  anode  spots  under  MPD  conditions. 

The  thermal  response  of  the  cathode  under  steady  diffuse  conditions  has  also  been  considered.3  As  in  the  case 
of  the  anode,  two  operating  modes  are  found.  One  is  stable,  while  the  other  results  in  the  previously  discussed 
thermal  runaway  due  to  excessive  electron  bombardment.  The  thermal  runaway  leads  to  eventual  local  melting 
of  the  cathode  surface,  and  may  be  a  precursor  to  spot  formation  at  the  cathode.  The  stable  steady  state  is  also 
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strongly  influenced  by  discharge  and  electrode  parameters.  While  the  anode  is  affected  by  the  thermal  runaway 
at  high  current  densities,  the  cathode  is  affected  by  the  same  at  low  current  densities.  The  steady  diffuse  mode 
operation  of  the  cathode  is  also  limited  at  high  current  densities  however,  because  of  excessive  ion  bombard¬ 
ment  This  theory  yields  the  following  sufficient  condition  for  the  cathode  sheath  voltage  drop  in  order  to  have 
stable  diffuse  mode  operation: 


kT„ 

Vt2— u, 


(I) 


where  T_  is  the  plasma  electron  temperature,  m,  is  the  ion  mass,  and  m,  is  the  electron  mass.  As  long  as  the 
voltage  drop  across  the  cathode  sheath  is  approximately  larger  than  the  right  hand  side  of  equation  (1),  a  thermal 
steady  state  at  the  cathode  can  be  maintained  indefinitely  even  in  the  presence  of  fluctuations  in  the  MPD 
discharge.  In  other  words,  the  thermal  runaway  due  to  electron  bombardment  will  not  occur  as  long  as  equation 
(1)  is  satisfied.  A  mere  accurate  expression  for  this  sufficient  condition  is  given  in  ref.  [3].  A  stability  criterion 
such  as  (1)  may  also  be  derived  for  the  anode: 
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where  0  ( )  signifies  the  order  of  magnitude  of  the  term  in  parentheses,  e  is  the  emissivity  of  the  outer  anode 
surface,  aSB  is  the  Stefan-Boltzmann  constant,  is  the  net  plasma  current  density,  Ta  is  the  anode  outer  sur¬ 
face  temperature,  T,  is  the  anode  inner  surface  temperature,  4u  is  the  anode  material  work  function,  and  n.  is 
the  charged  particle  number  density  at  the  anode  sheath  edge.  Equation  (2)  may  be  interpreted  in  the  same 
manner  as  equation  (1)  for  the  cathode. 


Following  these  earlier  simple  theories,  a  more  detailed  two-dimensional  axisymmetric  steady  thermal  model  of 
the  cathode  has  been  developed  in  order  to  better  understand  the  influence  of  the  plasma  flow  and  external  cool¬ 
ing  on  electrode  processes.  In  this  model,  the  cathode  temperature  satisfies  the  two-dimensional  heat  conduction 
equation  including  ohmic  heating: 
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where  X  is  the  thermal  conductivity,  a  is  the  electrical  conductivity  of  the  cathode  material,  and  j  is  the  current 
density  through  the  cathode.  The  boundary  conditions  are: 

-  X  |jOc=0)  =  h  (T(x= 0)  -  reoo<), 

-X~(x=L)  = 
dT 

— (r=0)  =  0  for  a  solid  cathode,  (4) 

and  -  X.  ~-(r=re)  =  j. ( Vc  +e; HO  +  +  ^~)  -  ;£(<t>  +  ~) 


where  A  is  the  heat  transfer  coefficient  between  the  cathode  base  and  an  external  coolant  at  Tcool>  e  is  the  emis¬ 
sivity  of  the  cathode  tip,  L  is  the  cathode  length,  rc  is  the  cathode  radius,  jt  is  the  ion  current  density  from  the 
plasma,  j,  is  the  electron  current  density  from  the  plasma,  ;£  is  the  emitted  electron  current  density  which  in 
general  can  depend  on  the  surface  temperature  and  the  surface  electric  field,  $  is  the  cathode  work  function,  Vc 
is  the  cathode  sheath  voltage  drop,  Tm  is  the  plasma  electron  temperature,  and  e,  is  the  ionization  potential  of 
the  propellant  gas.  The  boundary  conditions  (4)  contain  plasma  as  well  as  sheath  variables.  This  is  how  the 
electrode  is  coupled  to  the  plasma  discharge.  The  sheath  voltage  drop  and  electric  field  at  the  cathode  surface 
must  be  determined  from  overall  current  conservation  and  from  the  solution  of  Poisson’s  equation.  The  plasma 
variables  (such  as  the  charged  particle  number  density  and  electron  temperature  distributions)  at  the  sheath  edge 
are  determined  from  earlier  ionizing  quasi  one-dimensional  and  boundary  layer  theories.4-7  Thus,  given  a  total 
propellant  mass  flow  rate,  total  current,  cathode  length,  cathode  diameter,  and  external  cooling  conditions,  the 
plasma  and  electrode  behaviour  can  be  predicted.  In  this  manner,  the  plasma  discharge  and  electrode  can  be 
coupled  so  that  their  combined  behaviour  can  be  understood.  As  an  illustration,  the  calculated  axial  cathode  sur¬ 
face  temperature  profile  is  displayed  in  Fig.  1  for  a  5  cm.  long  tungsten  cathode,  argon  flow  rate  of  0.5  g/s,  and 


a  total  current  of  5000  A. 
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Although  the  present  theory  is  a  first  to  attempt  at  truly  coupling  the  plasma  flow  and  electrode  processes,  it 
suffers  from  several  weaknesses.  First,  this  theory  does  not  account  for  the  pre-sheath  and  ionization  in  the 
pre-sheath  caused  by  electrons  emitted  from  the  cathode  surface.  Although  this  is  a  complicated  problem,  it 
must  be  addressed  since  there  are  MPD  conditions  where  the  electrodes  are  "starved".  In  this  situation,  there  are 
an  insufficient  number  of  charge  carriers  in  the  electrode-adjacent  plasma  to  carry  the  cunent  that  is  being 
driven.  Therefore,  the  diffuse  mode  cannot  exist  unless  there  is  an  increase  in  the  charged  particle  number  den¬ 
sity  in  the  sheath  and  pre-sheath  due  to  ionization  by  the  emitted  electrons.  Second,  radiative  heating  from  the 
plasma  has  not  been  considered.  Finally,  the  models  used  here  for  the  plasma  Sow  do  not  include  the  Hall 
effect  which  could  affect  the  characteristics  of  the  electrode-adjacent  boundary  layer  in  some  MPD  thruster 
designs.  Future  research  is  therefore  aimed  at  removing  these  deficiencies. 
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Summary 

The  major  achievement  for  the  current  year  has  been  the  completion  of  the  construc¬ 
tion  of  the  tandem  mirror  device  and  its  successful  operation  at  low  power  levels.  The 
hyrogen  plasma  has  been  created  with  microwave  breakdown.  The  experiment  of  heating 
the  plasma  with  rf  power  is  underway.  The  results  on  the  measurements  of  density  and 
temperature  of  the  plasma  will  be  presented.  On  the  computational  study  of  the  plasma 
exhaust  a  parameter  scan  of  the  region  of  interest  has  been  undertaken  using  the  time 
dependent  2  ~  \D  three  fluid  MHD  code.  Details  of  the  study  will  also  be  presented. 

Technical  Discussion 

As  reported  previously,  the  purpose  of  this  work  is  to  study  hybrid  plume  plasma 
propulsion  using  the  hot  plasma  exhaust  of  a  tandem  mirror  magnetic  confinement  device. 
A  compact  tandem  mirror  device  has  been  assembled  with  the  comonents  built  last  year 
which  consists  of  eight  central  cell  coils,  four  mirror  coils  and  booster  coils,  a  vacuum 
chamber  and  structure. 

Figure  1  shows  the  completed  assembly  of  the  device  mounted  on  a  stand.  Shown 
in  the  picture  there  is  a  vacuum  pumping  system  on  the  left  end.  An  identical  vacuum 
pumping  system  is  on  the  other  end.  The  feed  through  and  transmission  line  for  2  kW\ 
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2.4  GHz  microwave  power  can  be  seen  at  the  middle  of  the  plug  on  the  left.  On  the  back 
of  the  device,  there  is  feed  through,  frequency  match  box  and  transmission  line  of  the  rf 
power  and  a  laser  fluorescence  diagnostic  system.  A  two  half  loop  antenna  is  inside  the 
vacuum.  Ultra-high  vacuum  of  5  x  10~8  Torr  and  microwave  discharge  of  hydrogen  gas  at 
the  10%  of  the  field  were  obtained  early  during  the  fall  of  last  year.  The  power  supply  for 
energizing  the  magnetic  coils  to  full  field,  the  rf  antenna,  and  the  power  transmitter  were 
installed  and  became  operational  recently. 

Currently  we  are  carrying  out  the  experiment  to  study  the  plasma  with  microwave 
discharge  as  well  as  the  low  power  and  short  pulse  rf  heating.  The  Langmuir  probe  is  our 
only  diagnostic  at  present.  The  microwave  unit  is  a  pulsed  system  with  pulse  length  of  4  ms 
at  270  cycles  per  second.  Therefore  the  plasma  is  a  pulse  mode  at  the  same  frequency  and 
the  temperature  cannot  be  determined  with  probe  measurement.  The  density  is  estimated 
to  be  5  x  1012cm-3.  The  rf  heating  experiments  are  carried  out  at  a  power  level  of  lOfcW 
and  pulse  length  of  10ms  for  hydrogen  pressure  ranged  from  5  x  10-5  to  5  x  10~3  Torr 
and  for  maximum  field  ranged  from  1  kG  to  6  kG.  A  typical  probe  measurement  is  shown 
by  the  bottom  trace  in  Figure  2.  The  top  trace  is  the  input  microwave  pulse.  Although 
temperature  has  not  been  determined  at  this  moment,  there  is  strong  indication  of  heating. 
This  is  a  survey  study  is  to  find  the  optimal  operating  conditions.  The  probe  measurement 
of  the  plasma  properties  will  be  analyzed,  and  results  will  be  presented. 

The  experiment  with  low  power,  short  pulse  at  50%  of  the  designed  field  will  be 
conducted  to  obtain  the  full  understanding  of  the  plasma  properties  and  rf  heating  process. 
The  power  level,  pulse  length  and  field  strength  will  be  increased  gradually  in  the  future. 

On  the  computational  side,  the  emphasis  has  been  on  the  study  of  the  development 
and  formation  of  the  hybrid  plume.  To  understand  the  physical  mechanism  involved  in 
the  development  of  the  hybrid  plume,  a  parameter  scan  of  the  region  of  interest  has  been 
undertaken.  The  parameter  scan  allows  one  to  change  the  specifications  that  one  has 
control  over  in  an  actual  device  (e.g.,  plasma  exhaust  temperature  or  density,  neutral  gas 
density,  and  jet  location).  FVom  the  runs  one  can  see  which  parameters  are  the  most 
critical  to  the  proper  formation  of  a  hybrid  plume  design  and  give  insight  to  the  physical 
mechanisms  involved.  Details  of  the  parameter  scan  and  current  results  will  be  presented. 
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Fig.  1:  Tandem  mirror  plasma  propulsion  experimental  device. 
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Fig.  2:  Langmuir  probe  measurement  of  the  plasma  with  microwave  discharge  and  low 
power  rf  heating.  The  pulse  width  is  10  ms. 
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SUMMARY: 

In  order  to  understand  and  improve  the  performance  characteristics  of  MPD 
arcjets,  it  is  necessary  to  determine  the  electromagnetic  discharge  and  flow 
structures  within  the  thrust  chamber  and  their  relationship  to  the  arcjet 
design  and  operating  conditions.  The  present  research  program  is  directed 
toward  diagnosing  an  MPD  thrust  chamber  by  measurement  of  the  electromagnetic 
field  distributions,  particle  densities  and  velocities  in  the  thrust  chamber 
flow.  A  new  technique  was  developed  to  unfold  the  emission  distribution  and 
profile  and  to  estimate  thermal,  radial  and  (in-plane)  turbulent  velocity 
components  of  the  thrust  chamber  flow.  The  results  indicate  that  the  plasma 
within  the  present  MPD  arcjet  has  a  strong  radially- inward  flow  with  a 
substantial  increase  in  hydrodynamic  turbulence  near  the  cathode.  Such  flow 
can  have  important  consequences  for  thruster  efficiency.  Changes  in  the  total 
current  and  mass  flow  with  fixed  thruster  geometry  would  be  expected  to  change 
the  radial  versus  axial  flow  and  would  substantially  affect  the  thruster 
performance  for  reasons  that  cannot  be  inferred  from  simple  scaling  relation¬ 
ships  based  on  electromagnetic  thrust  and  total  mass  flow. 

TECHNICAL  DISCUSSION: 

The  MPD  arcjet  used  in  the  present  study  is  a  cylindrical  coaxial  device 
with  a  brass  outer  anode  8.41  cm  ID  and  a  copper -tungsten  alloy  cathode  3.81  cm 
OD.  The  channel  length  is  5  cm  from  a  boron  nitride  insulator  backplate  to  the 
exit  plane.  Argon -hydrogen  mixtures  are  delivered  to  the  arcjet  through  16 
choked  orifices  in  the  insulator  at  mid-radius  of  the  channel  gap.  Current  is 
delivered  to  the  arcjet  from  a  pulse  forming  network  with  a  pulse  width  of 
0.8  ms  and  current  of  20  kA.  The  arcjet  breech  voltage  attains  a  quasi - 
equilibrium  value  of  50  V  for  approximately  0.4  ms  at  0.2  ms  after  current 
initiation  for  a  gas  flow  rate  of  6  g/s  (argon  with  1.5  percent  added  hydro¬ 
gen) .  Figure  1  shows  the  measured  enclosed  current  contours  in  the  arcjet  at 
these  operating  conditions  from  internal  magnetic  probes.  Note  that  the 
current  distribution  is  basically  retained  within  the  thrust  chamber, _with 
less  than  5  percent  of  the  total  current  beyond  the  exit  plane.  The  jxB  forces 
on  the  plasma  have  significant  radial  components  toward  the  cathode  indicating 
the  potential  for  radial  velocity  components  and  subsequent  increases  in  plasma 
density  towards  the  cathode. 

A  computer -controlled,  time-  and  spatially-resolved  spectrographic  system 
is  used  for  measurement  of  line  emission  profiles  to  infer  plasma  temperature, 
velocity  components  and  electron  density.  In  order  to  make  measurements  within 


che  arc jet  thrust  chamber,  a  slit  1.6  mn  wide  was  machined  in  the  outer  con¬ 
ductor  as  shown  schematically  in  Figure  2,  which  allows  chordal  observation 
between  the  cathode  and  anode  perpendicular  to  the  arcjet  axis.  Time- inte¬ 
grated  line  profile  measurements  are  made  of  the  argon  ion  434.80  and  the 
696.28  run  line  of  hydrogen  (Ha)  which  yield  digital  data  of  observed  intensity 
versus  wavelength  and  versus  spatial  position  (along  the  slit)  simultaneously . 
The  raw  data  is  digitally  filtered  versus  wavelength  using  a  low  frequency 
bandpass  filter  with  frequency  cutoff  determined  by  the  allowable  spectral 
frequencies  from  the  spectrograph  instrument  profile. 

The  observed  intensity  at  any  wavelength  is  the  line  integral  across  a 
cord  of  observation.  If  the  plasma  is  optically  thin  and  axisymmetric ,  then, 
generally,  a  normal  Abel  inversion  technique  can  be  applied  at  each  wavelength 
to  yield  the  local  emission  coefficient  versus  radius  of  a  volume  element  at 
that  radius  and  *t  that  wavelength.  Repeating  the  Abel  inversion  process  for  a 
sufficient  number  of  wavelengths  yields  the  local  line  emission  profile  versus 
radius.  By  assuming  a  thermal  velocity  distribution  of  the  particles,  a  fit  to 
a  Gaussian  profile  yields  the  (heavy)  particle  temperature.  Earlier  applica¬ 
tion  of  this  technique  to  the  observed  434.8  nm  argon  ion  emission  and  to  the 
Hg,  emission  implied  argon  ion  temperatures  of  12.5  to  17  eV  and  hydrogen 
temperatures  of  0.5  to  0.85  eV.  The  discrepancy  between  the  argon  and  hydrogen 
temperatures,  and  the  rather  high  value  for  argon  temperature  throughout  the 
thrust  chamber  suggest  that  radially- directed  flow  and/or  hydrodynamic 
turbulence  contribute  to  the  observed  line  width. 

If  the  plasma  has  velocity  components  along  the  chord  of  observation,  then 
a  Doppler  shift  away  from  the  natural  line  center  will  occur.  Figure  3  shows 
schematically  the  observation  geometry  and  illustrates  the  contributions  to  the 
observed  intensity  profile  from  an  emission  element  at  r'  at  two  different 
chordal  positions,  y  and  y' .  If  there  are  velocity  components  from  a  volume 
element  dV  along  the  line  of  sight  that  are  due  to  radial  plasma  motion,  then 
the  observed  intensity  at  y  and  A  from  dV  will  be  shifted  to  +  A0Vrsin*/c  at 
y'  .  Consequently,  a  standard  Abel  inversion  techniques  cannot  be  applied.  The 
local  emission  profile  of  a  thermal  plasma  with  radial  velocity  Vr  is  therefore 
not  only  a  function  of  r  and  X  but  y  (through  sin*): 
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where  AAq  -  <v>A0/c  ;  <u>  -  [2kT/M]11  is  the  most  probable  velocity  of  the 
emitters,  *  is  the  angle  from  vertical  to  the  velocity  vector  at  r  and  y.  It 
is  the  integral  of  the  local  emission  coefficient  over  all  wavelengths.  In 
order  to  determine  the  true  local  emission  profile  at  6  -  0  from  the  observed 
chordal  intensity,  the  effects  of  the  radial  velocity  components  from  outer 
volume  elements  (|*|  >0)  must  be  subtracted.  If  in  Figure  3,  dV  at  y 
represents  the  outermost  emission  element,  the  observed  emission  profile  will 
have  no  shifted  components  due  to  the  radial  velocity  (sin*  -  0)  and  a  fit  to 
Equation  1  will  determine  AAp.  The  observed  profile  at  y-dy  can  then  be  fit  to 
a  sum  of  two  exponentials  where,  in  the  first,  AAp  at  y-dy  is  an  unknown  (but 
Vrsin*  »  0)  and,  in  the  second,  Vrsin*  at  y  is  an  unknown  (but  AAp  is  already 
known).  This  process  is  then  repeated  (starting  from  the  largest  radius  and 
working  inward)  to  yield  AAq  and  Vr  versus  radius. 


The  results  of  applying  this  technique  to  the  argon  and  hydrogen  emission 
data,  indicate  a  radial  velocity  component  to  the  flow  with  velocities  on  the 
order  of  10  km/s  (Figure  4a).  If  the  turbulent  velocity  distribution  in  the 


221 


x-y  plane  produces  a  Gaussian  or  near-Gaussian  emission  profile  then  the 
unfolded  emission  profile  represents  the  convolution  of  two  Gaussians,  (one 
thermal  and  one  turbulent)  and  the  parameter  AAq  is  related  to  the  thermal  and 
turbulent  components  by 
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If  the  argon  and  hydrogen  have  a  common  temperature  and  a  common  turbulent 
velocity  component,  then  equation  2  gives  a  system  of  two  equations  that  can  be 
solved  for  T  and  <v>tr  fro®  the  unfolded  values  of  AAq  for  argon  and  hydrogen 
versus  radius.  These  results,  shown  plotted  in  Figure  4b  indicate  a  particle 
temperature  (upper  curve)  of  approximately  0.5  eV  in  the  arcjet  midplane  to 
anode  with  an  approximate  50  percent  rise  in  temperature  toward  the  cathode. 

The  hydrodynamic  turbulent  velocity,  (lower  curve)  shows  a  much  more  dramatic 
rise  of  nearly  300  percent  from  values  of  1500  to  2500  m/s  from  the  midplane  to 
anode  region  to  approximately  7000  m/s  near  the  cathode. 

The  measured  radial  mass  flow  and  development  of  hydrodynamic  turbulence 
would  have  important  consequences  for  thrust  efficiency  since  shock  and  viscous 
losses  near  the  cathode  surface  would  be  expected.  It  may  also  be  expected 
that  the  relative  strength  of  the  radial  (versus  axial)  flow  can  change 
significantly  as  the  total  current  and  mass  flow  values  are  varied  with  fixed 
electrode  configuration  and  injection  geometry.  Such  change  in  flow  direction 
can  substantially  affect  the  MPD  thruster  performance  for  reasons  that  cannot 
be  inferred  from  simple  scaling  relationships  based  on  electromagnetic  thrust 
and  total  mass  flow.  Examination  of  MPD  performance  by  variation  of  operating 
current  and  mass  flow  rate,  (i.e.  external  parameters)  with  a  fixed  device 
geometry  will  thus  be  an  inaccurate  procedure  for  assessing  the  potential  of 
MPD  thrusters.  Instead,  it  will  be  necessary  to  vary  the  arcjet  geometry 
and/or  mass- inlet  ratios  as  the  current  is  changed.  To  guide  the  combination 
of  geometry,  current  and  mass  flow  toward  an  optimum  design,  two-dimensional 
calculations  are  required. 

In  addition  to  the  experimental  effort,  a  short  series  of  numerical 
simulations  were  successfully  carried  out  to  investigate  the  use  of  a  two- 
dimensional  time  dependent  magnetohydrodynamic  (MHD)  code  for  flow  field  and 
thruster  calculations  to  evaluate  application  of  this  code  to  MPD  thruster 
problems.  The  MHD  code  MACH2  is  a  one -  temperature ,  single  fluid  code  with 
three  magnetic  field  components.  It  includes  an  Arbi trary-Lagrangian- Euler ian 
(ALE)  mesh  with  adaptive  grid  control,  perfect  gas  or  tabular  equations  of 
state,  thermal  and  magnetic  field  diffusion,  radiative  emission,  and  the  Hall 
effect.  The  initial  calculations  were  made  with  coarse  zoning  and  gave 
reasonable  agreement  with  the  experimental  magnetic  field  measurements. 
Additional  work  is  required  to  adjust  the  conditions  for  onset  of  anomalous 
resistivity  to  the  regime  of  MPD  thruster  operation. 

FUTURE  DIRECTIONS: 

With  the  experimental  and  theoretical  techniques  now  available,  it  will  be 
possible  to  examine  and  compare  details  of  the  MPD  arcjet  internal  flow  over  a 
range  of  operating  conditions  and  geometries.  These  studies  should  yield  a 
better  understanding  of  the  performance  characteristics  and  capabilities  of  MPD 
thrusters.  Further  work  is  required  to  develop  diagnostic  techniques  for 
directly  determining  axial  velocity  distributions  within  the  thrust  chamber  and 
for  examining  structures  very  near  the  mass  flow  injectors  and  backplate. 
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Figure  1:  Enclosed  currenC  contours  from  S-probe 
oeasureoents  Indicate  that  the  current 
la  largely  retained  within  the  thruster_ 
chamber  and  has  radial  components  o£  JXB 
force  toward  the  conductor  walls. 


Figure  2:  Schematic  of  arcjet  showing  silt  In  outer 
conductor  at  tha  mldplane  allowing 
spectroscopic  measurements  of  Internal 
flow  dynamics. 


Figure  3:  Emission  froa  a  volume  element  dV  at  t'  viewed  along  chord  y  has  a  symmetri¬ 
cal  emission  profile.  The  equivalent  volume  elements  at  y'  will  consist  of 
two  Doppler  shifted  emission  profiles  due  to  radial  velocity  components. 
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Ft  cure  4'  Particle  temperature,  radial  velocities  and  hydrodynamic  turbulent  velo- 

cities  can  be  Inferred  from  observed  argon  and  hydrogen  emission  profiles; 
a)  radial  velocities  versus  radius,  b)  upper  curve  is  particle  temperature 
and  lower  curve  Is  hydrodynamic  turbulent  velocity  versus  radius. 
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THE  MODELING  OF  DROP -CONTAINING  TURBULENT  EDDIES 


(AFOSR  Contract  No.  NASA  7-918  Task  Order  RE182  Amendment  480) 


Principal  Investigator: 

J.  Bellan 

Jet  Propulsion  Laboratory 
California  Institute  of  Technology 
4800  Oak  Grove  Drive 
MS  125-214 
Pasadena,  CA  91109 


SUMMARY/OVERVIEW 

The  development  of  a  mathematical  model  describing  the  behavior  of  a  drop- 
containing  turbulent  eddy  is  made  with  the  goal  of  initiating  a  theory 
describing  the  interactions  of  several  drop-containing  eddies  during 
evaporation,  ignition  and  combustion  of  liquid  fuels  injected  into  combustors. 
Specifically,  the  approach  taken  here  is  that  it  is  reasonable  to  take  a  first 
step  towards  such  a  description  by  formulating  the  description  of  the  behavior 
of  a  cluster  of  single  component  fuel,  monodisperse ,  uniformly-distributed  drops 
contained  in  a  turbulent  eddy.  Since  this  model  is  thought  to  be  utilized  as  a 
subscale  or  subgrid  model  in  more  elaborate  calculations,  the  interest  is 
focussed  on  the  global  rather  than  the  detailed  aspects  of  behavior.  These 
global  aspects  are  in  many  cases  sufficient  to  characterize  regimes  of  specific 
behavior  and  also  to  identify  the  parameters  that  control  various  phenomena  in 
each  particular  regime. 


TECHNICAL  DISCUSSION 

In  this  study  we  seek  to  develop  a  subgrid  model  that  is  general  enough  to 
be  useful  both  close  to  and  further  downstream  from  the  atomizer.  For  this 
reason  it  is  important  that  the  formulation  be  valid  for  both  dense  and  dilute 
clusters  of  drops. 

A 

Our  previous  studies  (1,2,3, 4)  have  shown  that:  (1)  turbulence  in  the  flow 
surrounding  clusters  affects  differently,  dense  and  dilute  clusters  of  drops  and 
(2)  there  is  a  non-negligible  amount  of  fuel  vapor  that  escapes  from  the 
cluster,  especially  for  small  clusters  of  drops  evaporating  in  high  turbulence 
surroundings,  even  in  the  absence  of  vortical  motion  inside  the  cluster. 

On  the  basis  of  the  above  information,  a  new  model  was  formulated.  In  this 
new  model  a  cluster  of  drops  is  embedded  into  a  cylindrical  vortex  which  is 
infinite  in  the  longitudial  direction,  z.  Moreover,  it  is  assumed  that  there  is 
uniformity  in  the  z  direction,  and  thus  it  is  sufficient  to  study  only  a  cross 
section  of  the  cylinder.  Both  gas  and  drops  are  assumed  to  have  radial  and 
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tangential  velocities.  Assuming  that  the  collection  of  drops  is  monodisperse 
and  that  all  drops  behave  identically,  the  momentum  behavior  is  described  by 
four  equations,  two  for  the  drops  and  two  for  the  gas.  Momentum  transfer 
between  drops  and  gas  is  taken  into  account.  Each  velocity  component  is  assumed 
to  be  the  sum  of  a  vortex  motion  term  and  a  solid-body  rotation  term.  By 
averaging  both  radial  momentum  equations,  and  the  terms  describing  momentum 
transfer  between  phases ,  solutions  can  be  obtained  for  the  four  momentum 
equations.  Mass,  species  and  energy  conservation  are  formulated  in  a  manner 
similar  to  that  of  the  evaporation  model  in  Ref.  (2) . 

The  calculations  discussed  below  have  been  performed  for  n-decane  at 
atmospheric  pressure,  ambient  gas  temperature  of  1000K,  initial  drop  temperature 
of  350K,  initial  drop  radius  of  2xl0~^cm,  initial  outer  cluster  radius  of  1cm 
and  initial  inner  cluster  radius  of  0.25  cm.  The  results  show  that,  due  to  the 
centrifugal  force,  the  cluster  of  drops  evolves  into  a  cylindrical  shell  with  an 
inner  and  an  outer  radius  different  from  the  initial  one.  Both  the  inner  and 
outer  surfaces  of  the  cluster  are  tracked  as  a  function  of  time  and  boundary 
conditions  at  these  surfaces  are  part  of  the  model.  Due  to  the  inviscid 
assumption  for  the  gas,  only  simplified  boundary  conditions  for  the  momentum 
equations  must  be  satisfied. 

The  formulation  is  valid  for  Stokes  numbers  less  than  or  equal  to  order 
unity.  The  code  solving  the  model  equations  was  run  for  a  variety  of  initial 
conditions.  Preliminary  analysis  of  the  results  shows  several  interesting 
features . 


The  evaporation  time  of  the  drops  is  a  decreasing  function  of  the  air/fuel 
mass  ratio,  and  it  is  also  a  function  of  the  initial  conditions  for  the 
velocities . 


In  the  dilute  regime  (defined  as  that  where  the  initial  drop  number  density 
n°  <  lO^cm'^)  the  evaporation  time  is  controlled  by  the  initial  gas  velocity 
rather  than  the  initial  drop  velocity  when  the  drops  have  either  only  initial 
solid  body  rotation  or  only  initial  vortex  motion.  For  the  same  initial  gas 
vortex  motion,  the  evaporation  time  decrease  as  the  initial  solid  body  rotation 
of  the  gas  increases. 


In  the  dense  regime  (n°  >  lO^cm'^)  the  evaporation  time  depends  upon  the 
initial  drops  velocity.  For  the  same  initial  gas  velocity,  the  evaporation  time 
increases  when  the  drops  have  initially  only  vortex  motion  rather  than  only 
solid  body  rotation.  In  fact,  at  the  same  initial  air/fuel  mass  ratio, 
saturation  before  complete  evaporation  can  be  obtained  with  the  first  condition, 
whereas  complete  evaporation  is  obtained  for  the  second  condition.  Thus,  the 
addition  of  initial  solid  body  rotation  to  the  drops  can  make  the  drops 
evaporate  faster  for  the  same  initial  drops  number  density.  The  solid  body 
rotation  promotes  expansion  of  the  cluster  with  the  result  that  there  is  more 
engulfing  of  the  surrounding  hot  air  by  the  cluster,  resulting  in  a  decrease  of 
the  evaporation  time. 


When  the  initial  conditions  for  the  drop  vortex  motion  and  the  gas  vortex 
motion  are  kept  the  same,  but  both  gas  and  drops  have  solid  body  rotations,  the 
evaporation  time  decreases.  A  larger  decrease  is  observed  in  the  dense  regime 
consistent  with  the  observation  that  the  initial  drop  velocity  becomes  important 
in  the  dense  regime . 
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The  ratio  between  the  final  cluster  volume  and  the  initial  cluster  volume 
is  a  decreasing  function  of  the  initial  air/fuel  mass  ratio.  For  dilute 
clusters  of  drops  when  both  gas  and  drops  have  only  vortex  motion  and  no  initial 
solid  body  rotation,  the  volume  ratio  is  unity;  for  dense  clusters  of  drops  with 
these  initial  conditions  for  the  velocities,  the  volume  ratio  increases  at  most 
to  1.8.  For  smaller  values  of  the  air/fuel  mass  ratio,  and  thus  larger  values 
of  n°,  saturation  is  obtained  before  complete  evaporation.  The  results  show 
that  in  the  dilute  regime  the  volume  ratio  is  controlled  by  the  initial  vortex 
motion  of  both  phases  whereas  in  the  dense  regime  it  is  controlled  by  the 
initial  solid  body  rotation  of  the  two  phases,  but  most  particularly  by  the 
initial  solid  body  rotation  of  the  drops. 

The  ratio  between  the  difference  between  the  final  outer  and  inner  cluster 
radii,  and  the  difference  between  the  initial  outer  and  inner  cluster  radii,  is 
a  decreasing  function  of  the  initial  air/fuel  mass  ratio.  This  ratio  is  usually 
less  than  unity,  in  both  dilute  and  dense  regimes.  However,  for  large  initial 
solid  body  rotation  for  the  drops,  the  ratio  is  larger  than  unity.  In  the 
dilute  regime  the  value  of  this  ratio  is  determined  by  the  initial  gas  vortex 
motion  and  initial  drop  solid-body  rotation.  A  decrease  by  half  in  the  initial 
drop  solid  body  rotation  affects  only  slightly  the  value  of  this  ratio;  however, 
no  initial  drop  solid  body  rotation  substantially  affects  the  ratio  in  the 
dilute  regime.  In  the  dense  regime,  the  initial  drop  vortex  motion  becomes 
important;  when  the  drops  have  initial  vortex  motion  in  addition  to  solid  body 
rotation,  the  ratio  between  the  final  and  the  initial  shell  thickness  decreases. 
This  is  due  to  the  fact  that  vortex  motion  tends  to  move  the  inner  radius  more 
than  the  outer  radius,  resulting  in  a  thinner  shell.  When  the  initial  solid 
body  rotation  of  the  drops  is  increased,  without  changing  the  initial  drop  and 
gas  vortex  motion,  the  ratio  between  the  final  and  the  initial  shell  thickness 
increases.  This  is  because  the  solid  body  rotation  tends  to  move  the  outer 
radius  more  than  the  inner  radius,  resulting  in  a  thicker  shell. 

The  above  results  pertain  only  to  four  parametric  runs.  A  total  of 
eighteen  parametric  runs  have  been  performed  so  far,  and  the  results  are  still 
being  analyzed. 
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SUMMARY/OVERVIEW 

Fuel  additives  have  been  used  in  the  past  to  suppress  soot  formation  in 
both  laboratory  and  practical  flames.  Since,  however,  the  mechanism  of 
suppression  has  not  been  established  as  yet,  there  are  no  criteria  for 
additive  selection  and  evaluation.  The  purpose  of  this  research  is  to  clarify 
the  nature  of  additive  behavior  in  relation  to  soot  control. 

TECHNICAL  DISCUSSION 

Under  AFOSR  support  of  this  research,  an  extensive  effort  has  been  made 
to  document  the  sooting  behavior  of  hydrocarbon/air  diffusion  flames  with  and 
without  additives  present.  In  one  case,  experiments  were  performed  to  clarify 
the  role  of  alkaline -earth  and  other  metal  additives  in  suppressing  soot 
formed  in  a  nearly  two-dimensional  C^/air  flame  emanating  from  a 
symmetric  Wolfhard- Parker  burner.  Soot  size,  number  density  and  volume 
fraction  were  determined  from  Mie  scattering,  whereas  metal  species 
concentrations  and  flame  temperature  were  determined  by  other  appropriate 
means.  The  alkaline-earth  metals  suppressed  soot  principally  via  number 
density  redaction,  and  a  conclusion  was  reached  which  strongly  implicated 
charged  MOH  (M-Ba,  Sr,  Ca)  species  as  responsible  for  suppression  (Refs.  1, 

2) .  In  succeeding  work,  emphasis  was  given  to  ferrocene  added  to  an 
axisymmetric  diffusion  flame  fueled  by  prevaporized  iso-octane.  Ferrocene 
was  observed  to  suppress  a  visible  soot  plume  completely  and,  from  a  Mie 
analysis,  was  observed  to  reduce  both  soot  size  and  number  density  at  a  late 
combustion  stage,  suggesting  that  ferrocene  enhances  the  oxidative  burn-out  of 
soot.  Hydrocarbon  species  concentrations  were  determined  as  well  in  the 
latter  flame  using  quartz  probe  sampling  and  chromatographic  analysis.  Of  the 
roughly  twenty  species  detected,  most  were  unaffected  by  the  ferrocene. 
Exceptions  were  C2Ht.  and  H2  w*l*c*1  showed  a  decrease  and  increase, 
respectively,  with  ferrocene  seeding. 

During  the  latter  term  of  this  contract  our  attention  has  turned  to  a 
study  of  metal  additive  effects  in  premixed  flames.  More  specifically, 
emphasis  is  being  given  to  alkali  and  alkaline-earth  metals  added  to 

mixtures.  The  methodology  in  use  is  similar  to  that  above; 
namely,  Mie  scattering  and  quartz  probe  sampling  are  being  used  for  soot  and 
hydrocarbon  species  analysis,  respectively.  Most  of  this  work  has  been 
completed,  with  only  the  probe  sampling  requiring  some  additional  effort. 

Some  of  the  details  of  the  premixed  flame  work  are  outlined  below. 
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Premixed  Flame  Measurements 


In  all  of  our  additive  measurements  to  date,  it  has  proven  to  be 
nontrivial  to  arrive  at  a  burner  design  consistent  with  the  operation  of  a 
flame  which  remains  physically  stable  and  unperturbed  thermochemically  for 
additive  injection  in  sufficient  quantity  to  effect  soot  perturbation.  This 
problem  was  equally  difficult  for  the  premixed  flame  case.  In  our  final 
burner  design,  the  premixed  gases  enter  a  cylindrical  chamber  and  exit  through 
357  equally  spaced  1  mm  diam.  holes  drilled  through  a  16  mm  thick  brass  plate 
(Ref.  3).  The  hole  spacings  are  such  that  the  transverse  flame  dimension  is 
about  57  mm  diam.  The  brass  plate  (disk)  is  enclosed  by  a  sintered  bronze 
annulus  which  is  water-cooled  and  through  which  cold  ^  flows  to  shroud  the 
flame  from  external  air.  The  metals  enter  the  flame  via  pneumatic  aspiration 
of  their  respective  salts  using  a  Jarrell-Ash  90-790  crcss-flow  fixed 
nebulizer  which  requires  a  very  modest  flow  of  Ar  as  the  nebulizing  gas.  The 
burner,  as  described,  does  not  produce  a  stable  flame.  To  this  end,  an 
uncooled  steel  plate  is  held  parallel  to  and  roughly  28  mm  above  the  exit  of 
the  burner  (Refs.  4,  5).  In  addition,  a  cylindrical  glass  tube  is  located 
external  to  and  concentric  with  the  bronze  annulus  to  further  shroud  the  flame 
from  room  air  disturbances.  The  design  above  yields  a  cylindrical  flame  of 
nearly  constant  diameter  with  a  stability  which  is  adequate. 

For  earlier  measurements  in  diffusion  flames,  our  approach  has  been  to 
characterize  soot  size  from  the  angular  dissymmetry  of  Mie  scattered  laser 
light.  For  our  current  measurements,  however,  this  approach  was  not  possible 
since  the  observed  dissymmetry  was  too  slight  to  permit  accurate  particulate 
sizing.  Accordingly,  a  combination  of  160  scattering  and  extinction  were 
used  to  determine  soot  parameters  with  and  without  additives.  Following 
Rayleigh  calibration  of  the  light  scattering  apparatus,  size  was  determined 
from  the  ratio  of  scattering  to  extinction,  number  density  from  the 
extinction,  and  volume  fraction  from  the  calculated  product  of  number  density 
times  the  equivalentQspherical  particulate  volume.  Although  the  particulates 
were  small  (D  <  500  A)  we  did  not  use  a  Rayleigh  size  analysis,  but  rather 
chose  to  use  the  uncompromisingly  more  accurate  Mie  approach.  The  particulate 
sizes  were  calculated  assuming  a  zeroth-order  logarithmic  size  distribution 
(Ref.  6).  It  was  used  since  a  nearly  identical  lognormal  distribution  has 
been  shown  to  describe  actual  soot  sizes  satisfactorily  (Ref.  7) ,  and  also 
because  it  is  very  similar  to  the  self -preserving  size  distribution  which  many 
coagulating  aerosols  fit  (Ref.  8). 

In  carrying  out  the  premixed  flame  measurements,  we  have  limited 
ourselves  to  alkali  and  alkaline -earth  inorganic  salts  added  to 
C2H^/02/N  sooting  flames.  This  choice  of  additives  served  to 
complement  our  earlier  diffusion  flame  studies  (Ref.  1).  Also,  conscious  of 
the  fact  that  dissimilar  metals  may,  and  most  probably  do  have  dissimilar  soot 
suppressing  mechanisms,  limiting  the  study  to  a  few  similar  additive  species 
seemed  prudent.  Since  there  is  no  forceful  reason  to  anticipate  a  dependence 
of  additive  behavior  on  either  fuel  type  or  equivalence  ratio  (Ref.  9) ,  our 
measurements  up  to  now  have  been  limited  to  the  single  ethylene  flame  above  at 
a  fixed  stoichiometry.  On  the  other  hand,  conscious  of  the  potential 
importance  of  metal  cations  in  suppressing  soot  (Ref.  1) ,  and  the  pronounced 
dependence  of  their  concentration  on  flame  temperature,  the  role  of  the  latter 
parameter  has  been  studied  systematically  in  this  work. 


Representative  examples  of  the  results  we  have  obtained  are  given  in 
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Tables  I  and  II.  Table  I  gives  che  measured  soot  parameters  as  a  function  of 
vertical  position  in  the  flame.  For  this  flame,  C/0  -  0.72,  02/(0^  + 

N„)  -  0.33,  and  the  calculated  (Ref.  10)  adiabatic  flame  temperature  is 
2l95°K.  These  data  display  the  well  known  size  and  volume  fraction  increase 
with  residence  time,  along  with  a  concomitant  decrease  in  number  density  for 
the  coagulating  aerosol.  As  such  these  data  are  not  new  (Ref.  9);  they  serve 
principally  to  confirm  the  validity  of  our  sizing  approach,  and  to  identify 
the  stage  of  soot  evolution  at  which  our  additive  measurements  were  made.  In 
this  regard,  we  were  unable  to  assess  additive  behavior  at  z  <  10  mm; 
additive  effects  in  the  latter  zone  were  too  small  to  determine  with  any 
meaningful  accuracy.  Table  II  gives  the  effect  of  various  metal  additives  on 
soot  at  z  -  15  mm  for  the  same  flame  appropriate  to  Table  I.  The  data  clearly 
show  that  perturbation  of  the  soot  is  greatest  for  metals  with  smallest 
ionization  potentials,  i.e.,  K,  Rb  and  Cs ,  which  is  a  result  very  similar  to 
that  obtained  by  us  and  others  in  diffusion  flames  (Refs.  1,  11,  12)  and  by 
others  in  premixed  flames  (Ref.  9).  Measurements  similar  to  those  in  Table  II 
were  made  at  z  -  10  mm.  They  confirm  the  general  trends  in  Table  I,  except 
that  the  magnitude  of  the  soot  perturbation  is  reduced.  Other  C/0  -  0.72 
flames  have  been  studied  at  reduced  temperatures.  Here  again  the  more  readily 
ionizable  additives  are  effective,  but  the  magnitude  of  their  perturbation  is 
reduced  relative  to  Table  II.  We  conclude  therefore  that  the  mode  of  action 
of  readily  ionizable  additives  in  diffusion  and  premixed  flames  do  not 
essentially  differ.  The  metal  cations  suppress  coagulation  which  leads  to 
more  rapid  soot  burn-out. 

Quartz  Probe  Measurements 

To  complete  these  measurements,  we  are  in  the  midst  of  quartz  probe 
sampling  and  gas  chromatographic  analysis  of  hydrocarbon  precursor  species 
present  in  the  flame  with  and  without  additives  present.  As  in  our  earlier 
fe„ ;ocene  seeded  diffusion  flames,  we  do  not  anticipate  reporting  dramatic 
additive  induced  perturbations ;  but  as  of  the  time  of  preparation  of  this 
abstract  the  work  is  not  sufficiently  complete  to  permit  final  conclusions. 

REFERENCES 

1.  Bonczyk,  P.  A.,  Combust.  Sci.  Technol.  ^9,  143  (1988). 

2.  Bonczyk,  P.  A.,  Combust.  Flame  67,  179  (1987). 

3.  Homann,  K.  H. ,  and  Strofer,  E.,  in  Soot  in  Combustion  Systems  and  its 
Toxic  Properties  (J.  Lahaye  and  G.  Prado,  Eds.),  Plenum  Press,  New  York, 

1983,  p.  217. 

4.  D'Alessio,  A.,  Beretta,  F. ,  and  Venitozzi,  C.,  Combust.  Sci.  Technol.  5, 
263  (1972). 

5.  Ritrievi,  K.  E.,  D.Sc.  Thesis,  Massachusetts  Institute  of  Technology, 

1984,  p.  101. 

6.  Kerker,  M. ,  The  Scattering  of  Light  and  Other  Electromagnetic  Radiations, 
Academic  Press,  New  York,  1969,  p.  356. 

7 .  Prado ,  G . ,  and  Lahaye ,  J . ,  in  Particulate  Carbon  Formation  During 
Combustion  (D.  C.  Siegla  and  G.  W.  Smith,  Eds.),  Plenum  Press,  New  York, 
1981,  p.  143. 

8.  Friedlander,  S.  K. ,  Smoke,  Dust  and  Haze  -  Fundamentals  of  Aerosol 
Behavior ,  Wiley,  I.Vv  York,  1977. 

9.  Haynes,  B.  S.,  Jander,  H. ,  and  Wagner,  H.  Gg. ,  Seventeenth  Symposium 
(International)  on  Combustion,  The  Combustion  Institute,  Pittsburgh, 

1979,  p.  1365. 


230 


10.  Reynolds,  W.  C. ,  "STANJAN",  Interactive  Computer  Programs  for  Chemical 
Equilibrium  Analysis,  Stanford  University,  1981. 

11.  Bonczyk,  P.  A.,  Combust.  Flame  51,  219  (1983). 

12.  Bulewicz ,  E.  M. ,  Evans,  D.  G.,  and  Padley,  P.  J.,  Fifteenth  Symposium 
(International)  on  Combustion.  The  Combustion  Institute,  Pittsburgh, 
1974,  p.  1461. 


TABLE  I 


Dependence  of  soot  size  (D  ) ,  number  density  (Nq) ,  and  volume 
fraction  (f  )  on  vertical  position  for  zero  aspiration  rate  of  the  0.1  molar 
metallic  sa?t  solution. 


(mm) 

Do(A) 

Nn(cnT3xlO-9  ) 

fo(xl07  ' 

6 

42 

903 

0.35 

7 

84 

159 

0.49 

8 

135 

48 

0.61 

9 

172 

33 

0.88 

10 

222 

16 

0.94 

11 

764 

11 

1.08 

12 

295 

9 

1.16 

13 

312 

8 

1.33 

14 

329 

8 

1.46 

15 

348 

7 

1.52 

TABLE  II 


Soot  parameters  in  a  metal  seeded  flame  (D,  N,  f)  relative  to  those  for 
water  injection  alone  (Dw,  Nw,  fw)  at  15  mm  height.  For  water  alone: 

Dw  -  336  A,  Nw  -  8  x  109cmr3,  fw  -  1.63  x  10”'.  Aspirated 


solutions:  1/10 
Ca,  Sr  and  Ba) . 

molar  MCI  (M  -  Li, 

Na,  K,  Rb  and  Cs) 

and  MCI 2' 

Additive 

Metal 

D/Dw 

N/Ify 

f/fw 

Li 

1.02 

0.95 

1.01 

Na 

0.92 

1.23 

0.97 

K 

0.43 

10.03 

0.81 

Rb 

0.39 

12.79 

0.74 

Cs 

0.32 

23.30 

0.78 

Ca 

1.02 

0.94 

0.99 

Sr 

1.01 

0.97 

0.98 

Ba 

0.99 

1.06 

1.04 

COMPUTER  MODELING  OF  SOOT  FORMATION 
COMPARING  FREE  RADICAL  AND  IONIC  MECHANISMS 
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(AFOSR  Contract  No.  F49620-88-C-0007) 


Principal  Investigator  H.  F.  Calcote 


AeroChem  Research  Laboratories,  Inc. 
P.  O.  Box  12 
Princeton,  NJ  08542 


SUMMARY/OVERVIEW: 

The  main  objective  of  a  joint  program  between  AeroChem  and  Penn  State  (Principal 
Investigator  Michael  Frenklach)  is  to  compare  the  relative  importance  of  the  free  radical  and 
ionic  mechanisms  of  soot  formation  in  flames.  The  two  mechanisms  will  be  compared  using 
computer  simulations  carried  out  at  Penn  State;  their  work  is  reported  separately.  The  free 
radical  mechanism  has  been  previously  formulated  for  computer  simulation;  the  ionic  mechanism 
is  being  formulated  in  this  program.  This  involves  developing  thermodynamic  information  for 
both  neutral  and  ionic  species;  developing  ambipolar  diffusion  coefficients  for  the  ions;  and 
developing  the  mechanism  and  reaction  rate  coefficients  for  large  ion-molecule  and  large  ion- 
electron  recombination  reactions. 


TECHNICAL  DISCUSSION 

The  strategy  is  to  first  compare  each  model  with  the  "well-studied"  acetylene/oxygen 
flame  for  species  up  to  mass  300  amu  to  confirm  the  validity  of  the  models,  and  to  perform 
sensitivity  analysis  to  eliminate  unnecessary  reactions;  then  to  extend  the  molecular  weight  of  the 
species  treated  to  about  600  amu,  the  extent  of  the  available  ion  species  data  in  this  flame.  Once 
the  two  models  have  been  demonstrated  to  be  consistent  with  the  experimental  data,  we  will 
extend  them  to  masses  approaching  soot  particle  inception  and  compare  the  carbon  mass  fluxes  of 
the  two  models  with  the  carbon  mass  flux  required  to  produce  soot  particles.  We  will  next 
compare  the  relative  effectiveness  of  the  two  models  in  correlating  soot  formation  in  other  flame 
systems.  It  may,  of  course,  become  clear  at  an  early  date  that  one  mechanism  is  not  capable  of 
accounting  for  soot  formation. 

The  "well-studied"  flame  is  the  acetylene/oxygen  flame  burning  on  a  flat  flame  burner  at 
a  pressure  of  2.67  kPa  and  a  linear  unburned  gas  feed  rate  of  50  cm/s.  In  previous  work/  we 
duplicated  the  burner  Bittner  and  Howard2  used  to  obtain  neutral  species  concentrations,  and  we 
measured  ion  concentration  profiles  with  this  burner  so  the  ion  and  neutral  profiles  would  be 
from  the  same  system.  We  also  compared  the  data  obtained  by  a  number  of  other  researchers  on 
nearly  the  same  flame;  and  showed  that  there  was  amazing  agreement  among  several  laboratories. 
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The  thermodynamic  quantities,  Cp°  and  S°,  for  45  hydrocarbon  ions  up  to  C24H13+,  mass 
301  amu,  and  for  14  neutral  species,  were  calculated  using  thermodynamic  methods.  These  data 
will  be  extended  to  600  amu  ions. 

Because  the  pressure  for  the  standard  flame  is  less  than  one  atmosphere  and  we  have 
experimentally  demonstrated  the  importance  of  diffusion/  it  is  necessary  to  include  the  diffusion 
coefficients  for  ions.  Experimental  ion  mobilities,  n  (measured  in  N2  at  STP),  for  a  wide  mass 
range  of  PCAH  ions5,,#  were  extrapolated  to  the  higher  mass  range  required  for  this  program. 
This  gave  fi  vs.  ionic  mass  which  paralleled  the  results  obtained  from  a  calculation  using  the 
Langevin  ion  mobility  equation53  thus  giving  confidence  in  the  procedure.  The  ion  mobility  was 
then  calculated  for  each  ion  in  each  of  the  flame  gas  components.  Using  Blanc’s  mixing  law  the 
ion  mobility  was  then  calculated  for  the  flame  gas  mixture,  with  aopinpriate  corrections  for 
temperature  and  pressure. 

We  assume  that  the  negative  species  in  the  flame  is  the  free  electron,  although  there  is 
evidence  that  there  are  large  negative  ions  present.1*7  The  ambipolar  diffusion  coefficient  (Da) 
for  a  specific  ion  was  calculated  from  the  ion  mobility,  n,  using  the  relationship56:  Da  =  2kT/i/e, 
where  k  is  Boltzmann’s  constant,  T  is  temperature,  and  e  is  the  elementary  charge. 

A  set  of  ion-molecule  reactions  was  developed  in  which  the  reactant  and  product  ions 
were  only  those  which  have  been  observed  in  flames,  and  in  which  the  neutral  reactants  are 
C2H?,  C4H2,  and  C_jH4.  When  available,  experimental  rate  coefficients  were  used,  but  these  are 
available  only  for  small  ions.  In  general,  experimental  rates  are  very  close  to  the  rate  calculated 
by  the  average  dipole  orientation,  ADO,  theory5 

k  ’  %  *  c‘‘°(i)  ]  0) 

where,  /i  is  the  reduced  mass,  a  is  the  polarizability  of  the  neutral  reactant,  c  is  a  locking  constant 
determined  from  experimental  data,  and  nD  is  the  dipole  moment  of  the  neutral  reactant.  For 
nonpolar  species  such  as  the  neutral  growth  species  in  our  ionic  model,  except  for  propyne,  Eq. 
(1)  reduces  to  the  Langevin  equation  which  does  not  have  a  temperature  coefficient. 

Equation  (1)  accounts  only  for  the  number  of  collisions  (it  does  not  include  collision 
efficiency)  and  fits  most  room  temperature  experimental  rate  coefficient  data.  There  is 
considerable  evidence  that  the  rate  of  ion-molecule  reactions  is  directly  dependent  upon  the 
exothermicity  of  the  reaction,  AH(react)  and  we  will  use  such  correlations  to  estimate  the 
collision  efficiency  for  this  set  of  reactions. 
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The  temperature  dependence  for  ion-molecule  reactions  is  not  well  known,  but  they 
generally  have  negative  temperature  coefficients  so  we  assume  a  T"  dependence  with  n  »  -1/2. 
There  are  complex  means  of  estimating  n  which  we  will  consider  later.  Since  entropy  makes  a 
large  contribution  to  AG(react)  at  flame  temperatures  we  are  seeking  a  means  of  using  the 
entropy  of  reaction  to  estimate  n;  this  is  not  straightforward  without  estimating  the  structure  of 
the  collision  complex,  and  for  the  number  of  reactions  involved  and  the  time  constraint  this  is  out 
of  the  question. 

One  of  the  major  problems  in  working  with  large  ions,  is  their  identification;  mass 
spectrometry  gives  mass  only.  The  number  of  carbon  and  hydrogen  atoms  has  been  determined  by 
use  of  isotopes.  Thus  for  a  given  molecular  formula  there  can  be  several  structures.  We  thus 
include  several  isomers  for  some  ions  when  their  free  energies  of  formation  are  close;  we  seek  a 
rational  means  of  reducing  this  to  "one  isomer"  per  ion,  probably  by  weighting  the 
thermodynamic  quantities,  AH  and  Cp  appropriately  and  by  mechanistic  considerations.  In  some 
cases  the  experimental  data  on  flame  ion  profiles  furnishes  a  clue.  For  example,  the  ion  165  amu, 
C13H9\  is  a  dominant  flame  ion  which  we  have  always  represented  as  a  three-member  ring. 
Inspection  of  the  formation  and  removal  reactions  of  this  ion  does  not  suggest  a  large 
concentration.  Further  consideration  indicates  that  the  three-membered  ring  cation,  C]3H9+,  is 
antiaromatic,  so  we  should  choose  a  more  stable  two-ring  aromatic  structure  with  a  side  chain. 

The  ions  disappear  by  ion-electron  recombination  reactions,  neglecting  the  presence  of 
negative  ions1*7  for  the  time  being.  We  estimate  the  rate  of  ion  recombination,  a,  by  the  equation 
for  the  rate  of  collision  of  electrons  with  particles9 


oc  = 


ird2  / 

**•« 
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oo 

e2  \ 
l  +  ) 

T-' 

v  rm,  /  \ 

U5rt0d>kT  / 

(2) 


in  which  d  =  the  ion  diameter,  me  =  the  electron  mass,  and  t0  =  dielectric  constant  of  free  space. 
The  ion  diameters  were  calculated  from  ion  mobilities,  see  above,  by  use  of  the  Langevin 
equation  for  ion  mobilities.  Equation  2  gives  a  T 'm  temperature  dependence  which  compares 
favorable  with  experiments  of  Ogram  et  al./0  for  HjO+.  The  values  calculated  by  Eq.  (2)  were 
about  twice  the  measured  values  of  Ogram,  so  we  divide  Eq.  (2)  by  2.  Inclusion  of  negative  ions, 
which  could  be  formed  by  electron  attachment  to  large  molecules,6  would  reduce  the  rate  of  ion 
recombination. 


Another  major  problem  incurred  in  developing  the  ionic  mechanism  relates  to  the  need 
for  better  estimates  for  the  neutral  reactions  forming  electronically  excited  CH  and  C2.  These 
species  are  the  precursors  of  the  chemiions  formed  in  the  flame  which  initiate  the  ionic 
mechanism  of  soot  formation. 
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The  development  of  a  realistic  set  of  reaction  rate  data  to  use  in  the  computer  simulations 
has  taken  longer  than  anticipated,  but  we  are  now  in  a  position  to  move  ahead  with  computer 
simulation  studies. 

Dr.  Robert  J.  Gill  has  worked  closely  with  the  principal  investigator  on  this  program  and 
his  contribution  is  gratefully  acknowledged. 
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Principal  Investigator:  Meredith  B.  Colket,  III 

United  Technologies  Research  Center 
E.  Hartford,  CT  06108 


SUMMARY/OVERVIEW: 

A  variety  of  hydrocarbons  are  being  pyrolyzed  and/or  oxidized  in  a 
single-pulse  shock  tube.  End  gases  are  being  collected  and  then  analyzed  using 
capillary  gas  chromatography.  Real  time  data  will  be  collected  using  a 
time-of-flight  mass  spectrometer  directly  coupled  to  the  end  vail  of  the  shock 
tube.  Data  will  be  used  to  identify  rate- limiting  steps  during  soot  formation 
and  to  assist  in  the  development  and/or  verification  of  chemical  models 
describing  formation  of  products  and  soot-precursors.  A  focus  of  the  work  is 
to  obtain  time -dependent  data  and  to  collect  and  analyze  multi -ringed 
species  (C10-C16  hycrocarbons)  which  are  believed  to  be  pre-cursors  of  soot. 

In  addition,  simplified  modeling  concepts  have  been  examined  in  order  to 
describe  soot  production  in  flames.  Reasonable  success  has  been  achieved  by 
using  a  recent  version  of  the  MAEROS  code. 

TECHNICAL  DISCUSSION 

Eight  separate  series  of  single-pulse  shock  tube  experiments  have  been 
completed.  For  each  series,  a  hydrocarbon  or  a  mixture  of  a  hydrocarbon  and 
oxygen  were  shock-heated  in  argon  over  an  approximate  temperature  range  of 
HOOK  to  2000K.  Total  pressures  were  about  five  to  ten  atmospheres  and  dwell 
times  were  about  500  microseconds.  Gas  samples  were  collected  automatically 
at  the  end  wall  of  the  shock  tube  and  then  vere  analyzed  quantitatively  using 
gas  chromatography.  Measured  species  include  Cl  to  C14  hydrocarbons,  carbon 
oxides,  hydrogen,  and  oxygen.  Hydrocarbons  pyrolyzed  (or  oxidatively 
pyrolyzed)  include  toluene,  benzene,  dicyclopentadiene  and  cyclopentadiene . 

Experimental  modifications  have  been  directed  towards  detecting  the 
presence  of  high  molecular  weight  species  (>128  grams/mole).  Specifically, 
the  gas  sampling  system  has  been  modified  (new  valves,  heating  tapes,  etc.)  to 
operate  at  temperatures  of  100  to  150C.  Other  new  experimental  efforts 
include  the  coupling  of  a  time-of-flight  mass  spectrometer  to  the  end  wall  of 
the  shock  tube  for  measurement  of  species  profiles  in  real-time.  Data 
obtained  from  this  facility  will  reduce  some  ambiguities  regarding  species 
whose  concentrations  peak  during  the  shock  or  are  effected  by  finite  quenching 
in  the  rarefaction  wave.  Due  to  delays  in  delivery  of  the  mass  spectrometer, 
this  latter  work  has  been  delayed. 

One  of  the  first  mixtures  analyzed  for  this  program  was  1%  toluene,  since 
several  previous  runs  with  this  mixture  have  been  performed  and  provide  a 
reference  set  of  data.  The  nevl^  obtained  data  is  in  excellent  agreement  with 
the  results  presented  previously  for  the  lover  molecular  weight  compounds 
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(<128  g/mole) .  Aromatic  compounds  produced  from  pyrolysis  of  1%  toluene  are 
shown  in  Fig  1.  Profiles  of  toluene,  benzene,  indene,  and  naphthalene  shown 
in  Figure  1  agree  well  with  the  earlier  data.  The  remaining  profiles  are  new 
information.  The  low  temperature  formation  of  bibenzyl  is  from  recombination 
of  benzyl  radicals,  some  of  which  may  occur  in  the  quenching  waves.  Other 
products  shown  in  Figure  1  represent  a  relatively  small  portion  of  the  total 
number  of  high  molecular  weight  species,  although  the  mass  contained  in  the 
selected  species  represents  about  75%  or  more  of  the  total  mass  of  the  species 
observed.  Possible  reactions  describing  the  production  of  selected  species 
are  proposed  in  Ref.  2.  The  result  that  PAH's  are  produced  very  rapidly  at 
1400  to  1500K  is  consistent  with  concepts  developed  from  diffusion  flames 
which  indicate  inception  occurs  at  1300  to  1500K. 

The^oxidation  of  benzene  was  also  examined  during  this  past  year.  As 
reported  ,  benzene  decay  and  light  product  formation  (acetylene, 
diacetylene,  cyclopentadiene ,  gnd  vinylacetylene)  are  consistent  with  the 
mechanistic  arguments  proposed  for  benzene  oxidation.  Low  molecular  weight 
and  polyaromatic  hydrocarbons  produced  during  the  rich  oxidation  of  benzene 
have  been  measured.  Dominant  PAH  products  are  similar  to  those  observed 
during  pyrolysis  of  toluene.  In  both  cases,  both  five*  and  six-membered  rings 
are  observed.  The  presence  of  species  containing  five-membered  rings  is  not 
surprising  based  on  previous  studies  in  flames;  however,  existing  models  for 
PAH  growth  and  soot  formation  neglect  the  potential  Importance  of  these 
species . 

Dicyclopentadiene  was  selected  as  a  reactant  since  it  is  a  convenient 
source  of  cyclopentadiene.  However,  preliminary  experiments  on  the  dimer  led 
to  uncertain  interpretation  of  the  data.  Subsequently,  dicyclopentadiene  was 
thermally  decomposed  in  a  flask  and  the  momomer  extracted.  Pyrolysis  and 
oxidation  of  cyclopentadiene  yields  polyaromatic  species  in  concentrations 
similar  to  those  produced  from  toluene  and/or  benzene.  Preliminary 
interpretations  of  the  data  indicate  that  principle  growth  mechanisms  do  not 
include  benzene  or  toluene  as  an  intermediate.  The  very  rapid  production  of 
polyaromatics  support  arguments  for  growth  routes  involving  five*membered 
carbon  rings. 

2 

Several  different  simplified  models  have  been  developed  for  describing 
soot  formation  in  premixed  flames.  Varying  degrees  of  success  have  been 
attained  with  the  models.  Perhaps  the  most  successful  is  one  based  on  a 
recent  version  of  an  aerosol  dynamics  code,  MAEROS"  which  has  been  modified 
for  application  to  the  soot  growth  problem.  Surface  growth  is  assumed  to 
occur  primarily  ghrough  acetylene  deposition,  using  the  Harris-Ueiner  growth 
rate  expression.  The  most  important  (and  speculative)  approximations  have 
been  to  set  the  lower  limit  of  size  range  at  the  approximate  size  (0.5  nm)  of 
a  benzene  molecule  and  to  extrapolate  the  Harrls-Veiner  surface  growth  rate 
expression  to  this  size  class.  The  nueleatlo^  rate  for  this  size  range  was 
taken  to  be  the  local  benzene  production  rate'  in  the  rich,  premixed 
ethylene  flame  and  the  nucleation  rate  is  set  equal  to  zero  for  all  other  size 
classes.  The  calculated  soot  size  distribution  is  shown  in  Fig.  2  for  times 
up  to  20  milliseconds.  Calculated  soot  volume  fractions  for  several  different 
coalescence  sticking  probabilities  are  compared  to  experimental  values  for  a 
similar  flame  in  Fig.  3.  The  excellent  agreement  is  perhaps  fortuitous  but 


lends  strong  support  to  arguments  indicating  that  a  rate  limiting  step  to  soot 
formation  is  the  formation  of  the  first  one  or  two  aromatic  rings. 


REFERENCES 

1.  M.  B.  Colket,  and  D.  J.  Seery,  "Mechanisms  and  Kinetics  of  Toluene 
Pyrolysis",  poster  presentation  at  the  Twentieth  Symposium 
(International)  on  Combustion,  Ann  Arbor,  MI,  1984. 

2.  M.  B.  Colket,  R.  J.  Hall,  J.  J.  Sangiovanni,  D.  J.  Seery,  "The 
Determination  of  Rate-Limiting  Steps  During  Soot  Formation",  United 
Technologies  Research  Center,  UTRC  89-13,  Annual  AFOSR  Report,  April 
1989. 

3.  M.  B.  Colket,  "The  Role  of  Oxidative  Pryolysis  in  Preparticle  Chemistry". 
Presentation  to  the  Eastern  Section  of  the  Combustion  Institute,  Dec. 

5-7,  1988. 

4.  C.  Venkat,  K.  Brezinsky,  and  I.  Glassman,  Nineteenth  Symposium 
(International)  on  Combustion,  The  Combustion  Institute,  Pittsburgh,  PA, 
p.  143,  1982. 

5.  F.  Gelbard,  MAEROS  User  Manual,  NUREG/CR-1391,  (SAND80-0822)  1982.  The 
version  of  the  code  which  we  use  is  "MAER0S2X" . 

6.  S.  J.  Harris  and  A.  M.  Weiner,  Combustion  Science  &  Technology,  131,  155 
(1983). 

7.  S.  J.  Harris,  A.  M.  Weiner  and  R.  J.  Blint,  "Formation  of  Small  Aromatic 
Molecules  in  a  Sooting  Ethylene  Flame",  from  preprints  of  papers 
presented  at  194th  National  Meeting  of  American  Chemical  Society,  Div.  of 
Fuel  Chemistry,  New  Orleans,  LA,  31  August  -  4  September  1987,  Vol.  32, 
p.  488. 

Figure  i 


Formation  of  Selected  Aromatic  Products 
SPST  Pyrolysis  of  1%  Toluene 


Log(10)  Soot  Volume  Fraction  LOg(10)  Number  Density  (per  c.c. 


238 


Figure  2 

Calculated  Evolution  of  Soot  Size  Distribution 
Coagulation  &  Surface  Growth  from  Maeros  Code 
Harris  Surface  Growth  Rate  and  Flame  Conditions 


Figure  3 


Calculated  Soot  Volume  Fraction 
Hams  Flame  Conditions 
Acetylene  Vapor  Depletion 
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SUMMARY/OVERVIEW 

Three  aspects  of  dense  sprays  are  being  studied:  turbulent  dispersion,  turbulence 
modulation  and  the  structure  of  pressure-atomized  sprays.  Major  findings  include:  successful 
predictions  of  turbulent  dispersion,  highlighting  effects  of  self-induced  particle  motions;  successful 
predictions  of  continuous-phase  properties  by  extending  methods  used  to  analyze  noise;  and  proof 
that  dense  sprays  are  actually  dilute  flows  dominated  by  processes  of  breakup  rather  than 
collisions. 

TECHNICAL  DISCUSSION 

Introduction.  The  near-injector  dense-spray  region  is  not  well  understood  which  hampers 
understanding  of  sprays  since  it  is  an  initial  condition  for  the  rest  of  the  flow  (Faeth  1987,  1989). 
Thus,  aspects  of  dense  sprays  are  being  studied  using  homogeneous  particle-laden  flows  and 
large-scale  pressure-atomized  sprays.  Parthasarathy  and  Faeth  (1987,  1988),  Parthasarathy  et  al. 
(1988)  and  Ruff  et  al.  (1988, 1989)  have  reported  aspects  of  the  work. 

Homogeneous  Particle-Laden  Flows.  Turbulent  dispersion  and  turbulence  modulation  are 
being  studied  in  homogeneous  particle-laden  flows  involving  a  uniform  flux  of  particles  falling  in  a 
stagnant  water  bath.  Measurements  include  motion-picture  shadowgraphs,  Mie  scattering,  and 
two-point  phase-discriminating  laser  velocimetry.  Stochastic  methods  are  used  for  predictions: 
statistical  time-series  techniques  for  turbulent  dispersion  (Box  and  Jenkins,  1976);  and  summing 
properties  of  particle  wakes  by  extending  methods  used  to  analyze  noise  for  turbulence  modulation 
(Rice,  1954). 

Some  typical  results  appear  in  Figs.  1  and  2.  Figure  1  is  an  illustration  of  predicted  and 
measured  streamwise  and  crosstream  particle  velocities  plotted  as  a  function  of  dissipation  — 
which  is  the  main  variable  characterizing  continuous-phase  properties.  Mean  particle  velocities  are 
predicted  quite  well.  Predictions  of  velocity  fluctuations  must  account  for  two  effects:  variations  of 
terminal  velocities  that  influence  streamwise  velocity  fluctuations  significantly  even  for  the  narrow 
size  distributions  of  present  tests;  and  self-induced  motion  (denoted  SIM)  due  to  effects  of  eddy 
shedding  at  higher  particle  Reynolds  numbers  and  irregularities  of  the  shape  of  the  particles,  that 
dominate  crosstream  velocity  fluctuations  for  the  largest  particles.  The  comparison  between 
predictions  and  measurements  is  quite  good,  after  accounting  for  these  effects;  however,  the  results 
highlight  the  need  for  more  information  on  self-induced  motion  which  contributes  to  crosstream 
velocity  fluctuations  that  cause  turbulent  dispersion. 

Figure  2  is  an  illustration  of  predicted  and  measured  velocity  fluctuations  of  the  continuous 
phase.  These  velocity  fluctuations  are  proportional  to  the  square-root  of  dissipation,  are  relatively 
independent  of  particle  size,  and  are  strongly  anisotropic  —  all  these  properties  are  represented 
reasonably-well  by  the  predictions.  The  large  anisotropy  is  especially  interesting  since  it  shows  the 
relative  importance  of  mean  and  fluctuating  properties  in  the  particle  wakes.  In  particular,  the  large 
mean  streamwise  velocity  in  the  wake  dominates  streamwise  velocity  fluctuations  while  wake 


turbulence  dominates  the  crosstream  velocity  fluctuations  because  mean  velocities  in  the  crosstieam  240 
direction  are  small.  Since  the  mean  stream  wise  velocities  are  greater  than  the  rest,  the  streamwise 
velocity  fluctuations  are  largest:  an  effect  that  tends  to  increase  anisotropy  as  particle  Reynolds 
numbers,  and  thus  wake  turbulence  levels,  increase. 

Measurements  and  analysis  for  this  phase  of  the  study  are  complete  and  current  efforts  are 
devoted  to  preparing  reports  of  the  work.  The  next  phase  of  the  study  will  involve  measurements 
and  predictions  of  the  phase  properties  of  grid-generated  turbulent  particle- laden  flows. 

Large-Scale  Jets.  Large-scale  (10  mm  diameter)  pressure- atomized  sprays  are  being 
studied  to  find  the  structure  and  mixing  properties  of  dense  sprays.  Measurements  include: 
gamma-ray  absorption,  phase-discriminating  laser  velocimetry,  and  double-flash  holography. 
Analysis  is  limited  to  the  locally-homogeneous  flow  (LHF)  approximation  (Faeth  1987,  1988). 

Some  recent  measurements  of  drop  properties  in  the  drop-containing  mixing  layer  near  the 
injector  exit,  using  double-flash  holography,  appear  in  Figs.  3-5.  Each  figure  includes  plots  of 
ellipticity  (roughly  the  volume- weighted  average  of  the  ratio  of  the  major  to  the  minor  dimensions 
of  liquid  elements),  the  Sauter  mean  diameter  (SMD)  and  velocities  of  various  drop  sizes,  as  a 
function  of  radial  distance  normalized  by  distance  from  the  jet  exit  The  position  of  the  surface  of 
the  all-liquid  core  (a  potential  core-like  region  along  the  axis)  is  also  indicated  on  the  plots. 

Figure  3  is  an  illustration  of  drop  properties  close  to  the  injector  for  fully-developed 
turbulent  flow  at  the  jet  exit  Both  the  ellipticity  and  the  SMD  are  large  near  the  liquid  surface, 
reflecting  the  presence  of  large  and  irregularly-shaped  liquid  elements  in  this  region.  As  the  edge 
of  the  flow  is  approached,  however,  ellipticities  approach  unity  and  the  SMD  becomes  relatively 
small,  implying  the  presence  of  small  round  drops.  Velocities  vary  significantly  with  drop  size, 
this  implies. that  the  LHF  approximation  is  not  valid  for  this  flow  and  the  predictions  are  poor. 
Assuming  that  the  velocities  of  the  small  drops  approach  gas  velocities,  the  results  indicate  that  gas 
velocities  remain  surprisingly  low  as  the  liquid  surface  is  approached;  this  behavior  follows  since 
the  layer  is  actually  quite  dilute  and  contains  large  liquid  elements  that  don't  transfer  momentum 
very  effectively  (Ruff  et  al.  1989). 

Figure  4  is  an  illustration  of  the  same  results  for  a  streamwise  position  near  the  downstream 
end  of  the  drop-containing  mixing  layer,  also  for  fully-developed  turbulent  flow  at  the  jet  exit.  In 
this  region  as  well,  large  irregular  liquid  elements  having  velocities  much  higher  than  the  gas  are 
found  near  the  liquid  surface.  However,  the  outer  region,  containing  relatively-small  round  drops, 
clearly  has  grown  in  extent.  Comparing  Figs.  3  and  4  it  is  evident  that  the  drop-containing  mixing 
layer  involves  large  liquid  elements  being  ejected  from  the  all-liquid  core  and  subsequently 
breaking  up  into  smaller  drops  and  spreading  by  turbulent  dispersion  to  the  edge  of  the  flow. 

Thus,  the  mixing  layer  is  a  relatively  dilute  flow,  dom!'iated  by  breakup;  rather  than  a  dense  flow, 
dominated  by  collisions,  as  suggested  by  some  workers  in  the  past  (see  Faeth,  1987, 1989). 

Finally,  Fig.  5  is  an  illustration  of  the  same  results  for  a  streamwise  position  near  the 
upstream  end  of  the  drop-containing  mixing  layer  but  for  nonturbulent  slug  flow  at  the  jet  exit 
The  stnicture  clearly  differs  from  fully-developed  flow  at  the  jet  exit  for  the  same  injector  flow  rate 
(see  Fig.  3).  In  particular,  both  ellipticities  and  SMD  are  smaller,  and  the  mixing-layer  is  thinner, 
for  slug  flow.  This  indicates  that  turbulence  in  the  liquid  phase  promotes  the  formation  of  large 
liquid  elements  from  the  all-liquid  core,  and  that  these  elements  penetrate  the  flow  laterally,  due  to 
their  inertia,  before  breaking  up  into  relatively  small  drops  near  the  edge  of  the  flow.  This 
provides  the  mechanism  for  faster  mixing  as  turbulence  levels  at  the  jet  exit  are  increased  (see  Ruff 
et  al.  1988). 

Current  work  is  concentrating  on  studies  of  gas-phase  properties  in  the  drop-containing 
mixing  layer,  using  phase-discriminating  laser  velocimetry;  as  well  as  effects  of  the  density  ratio  of 
flow,  using  gamma- ray  absorption  measurements  of  liquid  volume  fraction  distributions  for  sprays 
in  air  at  elevated  pressure. 
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Fig.  1  Particle  velocity  fluctuations  in  a  homogeneous  particle- laden  flow. 
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Fig.  2  Continous-phase  velocity  fluc¬ 
tuations  in  a  homogeneous 
particle-laden  flow 


Fig.  3  Dispersed-phase  properties  in  a 

pressure-atomized  spray  with  fully- 
developed  jet  exit  conditions 
(x/d  =  12.5). 
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Fig.  4  Dispersed-phase  properties  in  a 
pressure-atomized  spray  with 
fully-developed  jet  exit  conditions, 
(x/d  =  100). 


Fig.  5  Dispersed-phase  properties  in  a  pres¬ 
sure-atomized  spray  with  slug  flow  jet 
exit  conditions  (x/d  =  12.5). 
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SUMMARY/OVERVIEW 

Increased  activity  in  high-speed  air-breathing  combustion  systems  puts  a 
premium  on  the  complete  release  of  chemical  energy  during  the  relatively  brief 
residence  time  of  reactants  within  combustors  of  practical  length:  mixing, 
ignition,  and  chemical  reaction  must:  be  achieved  in  a  relatively  short  time. 

We  address,  from  a  fundamental  chemical -dynamics  and  fluid- transport  point  of 
view,  the  use  of  both  alternative,  photochemical  ignition  (by  laser 
irradiation)  and  ignition-promoting  additives,  in  order  to  alter 
chemical-reaction  pathways  to  achieve  rapid  ignition  and  enhanced  combustion 
rate.  We  plan  ultimately  to  address  the  influence  of  mixture  inhomogeneity, 
and  of  departure  from  stoichiometric  proportion  in  fuel/air  mixtures,  on  the 
processes  of  ignition,  flame  development,  and  flame  propagation.  Chemical 
systems  of  particular  interest  include  hydrogen/air  and  methane/air,  often 
with  trace  amounts  of  carefully  selected  sensitizers.  We  seek  to  identify 
optimal  circumstances  [minima;  input  energy,  minimal  amount  of  sensitizer(s) , 
etc.]  for  achieving  ignition  and  burnup  with  currently  available  optical 
sources  by  irradiating  premixtures  flowing  faster  than  the  adiabatic  flame 
speed,  and  by  carrying  out  supporting  approximate  analyses  of  these 
experiments . 

TECHNICAL  DISCUSSION 

Experiment  -  We  have  conducted  experiments  on  laser  ignition  of  H2/O2 
using  NH^  as  a  sensitizer.  A  Lambda  Physik  EMG150  excimer  laser  operated  at 
193  run  (ArF)  is  used  as  an  ignition  source.  The  beam  converges  above  the 
surface  of  a  6.0  cm  diameter  flat- flame  burner,  with  beam  dimensions  of  2.5  mm 
x  10.5  mm  at  the  burner  leading  edge,  and  1.6  mm  x  6.6  mm  at  the  burner 
trailing  edge  as  determined  from  film  burns  for  an  estimated  irradiated 
volume  of  1.1  cc .  The  premixed  flow  of  hydrogen/oxygen/ammonia  from  the 
burner  has  a  maximum  flow  velocity  of  2.2  cm/sec.  The  typical  ammonia  mole 
fraction  value  is  6.1  x  10"  ,  which  gives  an  average  energy  absorption  of 
68%.  An  energy  ratiometer  is  used  to  measure  the  incident  and  absorbed 
energy.  A  McPherson  0.3  m  monochromator  (with  a  photomultiplier  recorded  on 
an  oscilloscope)  and  an  EG&G  OMA  time -gated  reticon  array  spectrometer  are 
used  to  measure  emissions  near  the  center  of  the  irradiated  volume. 

A  primary  distinctive  feature  of  the  laser  ignition  in  these  experiments 
is  that  it  is  not  a  thermal  process  resulting  from  plasma  formation  or  heat 
addition.  To  establish  this,  numerous  observations  were  made  with  the  OMA 
gated  for  a  short  time  (-1  s)  after  the  laser  pulse,  to  investigate  initial 
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events.  The  major  emissions  observed  are  the  NH  band  at  336  nm,  NH^  at  550 
nn,  and  OH  at  308  nm  and  283  nm.  No  atomic  or  ionic  emission  lines  indicative 
of  plasma  formation  are  observed,  suggesting  that  no  plasma  formation  occurs. 
The  estimated  initial  temperature  rise  is  approximately  40  K  assuming  all  the 
residual  energy  is  completely  thermalized,  for  the  case  where  the  absorbed 
energy  was  190  mJ/cc  (maximum  value  for  ignition  cases) . 

Figure  1  is  a  plot  of  successful  ignition  events  at  various  equivalence 
ratios.  The  absorbed  energy  values  are  calculated  from  the  measured  relative 
fraction  of  laser  energy  transmitted  through  the  gas  flow,  and  are  the  average 
for  the  irradiated  volume.  Uncertainties  with  respect  to  both  axes  are  about 
10%  (not  indicated  on  the  Figure) .  Of  particular  importance  is  the 
approximate  lower  limit  for  ignition  in  terms  of  absorbed  energy  per  unit 
volume,  which  has  a  minimum  near  stoichiometry. 

Figure  3a  shows  typical  OH  emission  during  and  immediately  following  the 
laser  pulse  for  approximately  50  ns,  suggesting  that  such  initial  OH  emission 
may  be  due  to  the  reaction  of  fast  atomic  hydrogen  from  the  photolysis  with 
molecular  oxygen.  Figure  3b  is  a  typical  profile  showing  a  relatively  long 
induction  time  for  the  rise  of  OH  emission  from  ignition.  Figure  2  is  a  plot 
of  induction  time  based  on  OH  emission  at  different  absorbed  energy  values 
for  four  events  at  equivalence  ratio  0.35. 

The  following  table  lists  ignition  threshold  values  of  absorbed  energy 
for  several  ammonia  mole  fractions  at  an  equivalence  ratio  of  1.00: 

NH^  mole  fraction:  6.1  x  10'^  6.0  x  10*^  5.5  x  10*^  5.1  x  10*^ 

Absorbed  energy:  92  mJ/cc  106  mJ/cc  >137  mJ/cc  >150  mJ/cc 

The  threshold  values  appear  to  increase  with  decreasing  ammonia 
concentration.  For  ammonia  mole  fraction  less  than  5.5  x  10  ,  ignition  was 

not  achieved,  suggesting  that  ammonia  is  needed  as  a  sensitizer  for  ignition. 

We  have  successfully  demonstrated  ignition  by  non- intrusive  energy 
deposition  in  hydro gen/oxy gen  flows  at  room  temperature  and  atmospheric 
pressure  using  ammonia  sensitizer.  We  have  also  measured  the  ignition 
threshold  and  induction  time  variation  for  several  fuel/oxygen  equivalence 
ratios . 

Analysis  -  The  analysis  seeks  to  provide  the  answers  to  the  key  questions 
about  flame  propagation  and  stabilization  in  the  aftermath  of  a  rapid 
(photochemical)  conversion  of  a  single  small  "blob"  of  reactive  gases  to 
product  gases . 

One  helpful  sequence  of  analytical  studies  to  complement  the  "blob" 
experiment  is  to  proceed  as  follows.  Consider  the  steady  uniform  streaming  at 
supercritical  speed  (i.e.,  at  a  speed  in  excess  of  the  adiabatic  flame  speed) 
of  a  homogeneous  premixture,  characterized  by  large  Arrhenius  activation 
energy.  If  one  formed  a  flame  in  such  a  premixture,  it  would  be  blown  off, 
because  upwind  diffusion  of  heat  and  radicals  is  ineffective  for  bringing 
fresh  mixture  to  the  reactive  temperature.  One  may  stabilize  a  flame  in  such 
a  premixture  by  the  continuous  nonintrusive  deposition  of  energy;  in  effect, 
this  is  a  "continuous  ignition"  achieved  by  nonintrusive  energy  addition.  For 
a  planar  concentrated  source  (say,  a  Dirac  deta  function),  one  finds  (by 
treatment  of  a  modified  version  of  the  classical  steady  one -dimensional 
formulation  of  laminar  flame  propagation)  that  a  relatively  broad, 
convective -diffusive  preheating  zone  precedes  a  thin  reactive -diffusive  zone, 
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and  chat  this  two-zone  flame  structure  lies  upwind  of  the  site  of  the  energy 
deposition.  This  supercritical-flame-stabilization  problem  is  tractable  for 
monopropellant  decomposition  and  bipropellanc  reactions  at  general 
Lewis-Semenov  number.  What  one  finds  is  that  the  energy-deposition 
requirement  is  appreciable  because  the  entire  preheating  must  be  furnished  by 
the  continuous  nonintrusive  source  to  every  flowing  element  of  premixture,  in 
order  Co  maintain  a  planar  flame. 

It  is  informative  to  postulate  a  continuous  nonintrusive  cylindrical  or 
point  source  of  energy  in  a  uniform  supercritical  stream  of  premixture,  in 
order  to  define  the  "downwind -bent"  configuration  of  the  flame  locus.  For 
asymptotically  large  lateral  distances  from  the  plane  or  axis  of  symmetry  (on 
which  the  source  is  situated),  the  flame  locus  becomes  a  parabola  (in  two 
dimensions)  or  cone  (in  three  dimensions),  with  the  flame  locus  so  situated 
that  the  component  of  the  frees tream  velocity  normal  to  the  flame  locus  is  the 
adiabatic  flame  speed.  Closer  to  the  axis  of  symmetry,  heat  from  the  source 
modifies  the  asymptotic  configuration,  which  is  based  on  the  flame 
exothermicity  only;  in  fact,  on  the  axis  of  symmetry,  the  previously 
discussed,  one - dimens ional  (planar)  problem  assures  that  the  flame  locus  lies 
at  a  finite  distance  upwind  of  the  heat  source.  Execution  of  this  analysis 
indicates  that,  because  only  those  flowing  elements  of  premixture  which  pass 
the  source  in  the  vicinity  of  the  source  need  be  preheated,  the  heat-addition 
requirement  is  reduced  from  that  of  the  planar- flame  case,  but  is  still 
appreciable . 

For  more  modest  enthalpy- addition  requirements  of  the  nonintrusive  source, 
one  turns  to  the  intermittent  irradiation  of  spherical  "blobs"  within  the 
supercritically  flowing  premixture.  One  could  vary  the  geometry  of  the 
irradiated  volumes,  but  this  seems  of  perturbational  consequence;  if  ignition 
is  achieved,  two  successive  downwind- translating  blobs  will  spawn  outwardly 
propagating,  mutually  approaching  flames  that  will  eventually  convert  all  the 
intervening  nonirradiated  premixture  to  product  within  a  domain  suggested  by 
the  above -discussed,  continuous -point- source  solution.  One  need  add  only 
enough  energy  to  convert  quickly  a  small  fraction  of  the  flowing  premixture, 
because  the  exothermicity  evolved  from  each  resulting  quick  conversion  to 
product  via  an  alternate  chemical  path  can  then  spawn  a  conventional, 
outwardly  propagating  flame. 

Thus,  by  subtracting  out  the  convective  transport  of  the  blob  in  the 
stream,  there  arises  the  classical  hot-blob-ignition  problem  (in  which 
relaxation,  by  radial  diffusion  of  heat  from  the  hot  spot,  competes  in  time 
with  the  rate  of  chemical  exothermicity,  to  determine  whether  a  flame 
develops).  In  the  pulsed- irradiation  context,  we  ask:  what  localized  mass  of 
premixture  (i.e.,  what  localized  volume  of  flow)  must  undergo  rapid  conversion 
to  product  owing  to  instantaneous  energy  deposition  to  ensure  that  a  spherical 
flame  propagation  ensues?  (The  emphasis  on  realistic  localized  energy 
deposition  is  noteworthy;  energy  deposition  such  that  a  completely  burned-out 
hot  spot  is  enveloped  by  entirely  unreacted  mixture,  or  such  that  the  energy 
deposition  integrated  over  all  space  is  unbounded,  poses  an  academic 
problem.)  The  essential  point  is  the  volume  of  the  annulus  of  flame  differs 
from  the  volume  of  the  annulus  of  premixture  being  preheated,  and  this 
geometry  challenges  the  sustaining  of  burning  of  ignited  small  blobs.  The 
interplay  of  off-stoichiometric  conditions,  differing  diffusivities  for  each 
reactant  species  and  for  heat,  and  flame  curvature  can  lead  to 
flame-propagation  rates  distinct  from  those  found  in  the  same  premixture  in 
planar  flames.  These  phenomena  have  been  elucidated  quantitively  by 
identification  of  a  convenient  quasisimilarity. 


The  rate  of  radially  outward  propagation  of  the  reaction  front  of  a 
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SUMMARY/OVERVIEW: 

This  is  a  part  of  a  joint  program  between  The  Pennsylvania  State  University  and  AeroChem 
(Principal  Investigator:  Dr.  H.  F.  Calcote)  in  which  the  main  objective  is  to  compare  the  relative 
importance  of  the  free  radical  mechanism  and  the  ionic  mechanism  of  soot  formation  in  flames. 
The  approach  undertaken  is  that  of  experimenting  with  chemical  kinetic  models:  to  test  and 
analyze  computationally  the  ionic  mechanism  advocated  and  developed  by  AeroChem,  and  to 
compare  the  results  with  those  obtained  for  the  free-radical  mechanism.  The  Penn  State 
computational  results  obtained  todate  are  reported  below,  those  of  AeroChem  on  the  details  of  the 
ionic  mechanism  used  in  the  computer  simulations  are  reported  separately. 

There  are  basically  two  places  in  the  soot  formation  process  where  ions  can  compete  with 
neutrals:  first,  in  the  formation  and  growth  of  polycyclic  aromatics,  and  second,  in  die 
coagulation  of  these  aromatics  into  soot  particles.  The  computational  results  indicate  that  the 
formation  of  polycyclic  aromatic  species  via  the  ionic  mechanism  is  much  slower  than  that  via  the 
pathway  involving  neutral  radicals. 

TECHNICAL  DISCUSSION 

At  the  last-year  AFOSR  meeting  we  reported  the  computational  analysis  of  the  ionic  reaction 
mechanism  under  the  conditions  of  shock-tube  experiments  on  soot  formation.  Now  we  report 
the  results  obtained  in  simulation  of  “well- studied”  laminar  premixed  flames.  The  computations 
were  performed  using  the  Sandia  burner  code1  installed  on  a  CRAY  XMP/48  at  the  National 
Center  for  Supercomputing  Applications  at  Urban  •.  Illinois,  and  on  an  IBM  3090/400E  VF  at  the 
Penn  State  Center  for  Academic  Computing. 

As  there  is  no  single  flame  reported  for  which  there  are  measurements  available  of  all  the 
chemical  species  of  interest  to  this  study,  two  flames  were  chosen  to  represent  a  “well-studied” 
flame.  As  the  primary  focus  of  this  study  is  on  the  ionic  species,  the  main  flame  —  referred  to  as 
Flame  1  —  is  the  flame  for  which  ion  concentration  profiles  were  measured  by  Calcote  and  co- 

workers:2  52.9  %  C2H2-44.I  %  02-At  (4>  =  3.0),  pressure  20  torr,  cold  gas  velocity  50  cm/s. 
Since,  however,  Calcote  and  co-workers  did  not  measure  the  concentrations  of  neutral  species  in 
this  flame,  a  second  flame,  that  of  Delfau  and  Vovelle3  —  referred  to  as  Flame  2  —  was  chosen 
to  test  the  predictions  of  the  present  simulations  for  the  major  neutral  species.  The  stoichiometry, 
pressure  and  cold  gas  velocity  of  this  flame  are  exactly  the  same  as  those  of  Flame  1.  The 
mixture  used  by  Delfau  and  Vovelle  did  not  contain  any  argon,  whereas  that  of  Calcote  and  Keil 
had  3  %  argon.  Also,  the  reported  temperature  profiles  of  Flames  1  and  2  are  slightly  different 
from  each  other.  Temperature  profile  is  a  critical  input  parameter  for  the  flame  simulations  and 
even  small  differences  in  the  given  profile  data  cause  significant  changes  in  computed  profiles  of 
minor  (e.g.,  PAHs)  species. 
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The  results  of  the  flame  simulations  indicate  that  the  concentrations  of  major  species  are 
predicted  well  —  as  good  as  the  present  state  of  the  art  in  the  knowledge  of  chemical  reactions, 
their  rates  and  thermochemistry,  the  accuracy  of  numerical  techniques,  and  quality  of 
experimental  measurements  allow.  The  agreement  is  worse  for  the  minor  ionic  species  compared 
to  the  agreement  seen  for  the  major  species.  In  the  computer  simulation  as  opposed  to  the 
experiment,  the  positions  of  the  concentration  peaks  are  shifted  towards  the  burner  and  the  decay 
in  some  of  the  concentration  profiles  is  much  steeper  (Fig.l).  This  behavior  was  seen  in 
computer  simulations  of  an  acetylene  flame  with  the  radical  mechanism.4  The  reasons  for  this  are 
discussed  in  the  cited  work.  It  is  important  to  note,  however,  that  the  peak  values  of  the  ion 
concentrations  are  predicted  reasonably  well,  taking  into  account  the  uncertainty  in  the  input 
reaction  data  and  in  the  experimental  measurements  —  many  of  them  are  computed  within  an 
order  of  magnitude  of  the  experimental  numbers.  It  should  be  pointed  out  that  the  current  ionic 
mechanism  does  not  contain  oxidation  reactions  of  aromatic  species.  Therefore,  the  computed 
concentrations  of  neutral  aromatic  molecules  with  the  ionic  mechanism  constitute  the  upper  limit 
values.  However,  the  corresponding  measured  concentrations  of  the  neutral  PAHs5  are  higher 
by  about  an  order  of  magnitude  compared  to  these  predictions. 

Although  the  analysis  of  the  results  obtained  in  the  flame  simulations  is  not  entirely 
completed,  the  following  conclusion,  based  on  both  the  shock-tube  and  flame  simulations,  seems 
to  emerge:  the  ionic  mechanism  produces  polycyclic  aromatic  hydrocarbons  (PAHs)  at 
significandy  lower  rate  than  does  the  free-radical  mechanism.  This  result  is  illustrated  in  Fig.2, 
where  the  concentrations  of  selected  aromatics  computed  with  the  ionic  mechanism  are  compared 
to  those  computed  with  the  free-radical  mechanism  at  the  same  conditions.  As  can  be  seen  from 
this  comparison,  the  production  of  aromatics  via  free  radicals  is  much  faster  than  that  via  ions 
(the  difference  between  the  two  cases  increases  with  the  switching  off  oxidation  reactions  in 
computer  simulations  with  the  free-radical  mechanism).  An  extensive  sensitivity  and  rate 
analysis  performed  so  far  found  no  conceivable  adjustments  in  the  parameter  values  that  would 
change  this  conclusion. 

There  are  two  basic  factors  identified  in  the  present  analysis  to  be  responsible  for  the  low  rate 
of  PAH  production  via  the  ionic  mechanism  tested.  First  is  the  relatively  low  rate  of  ion 
production.  The  reaction  initiating  the  formation  of  primary  ions  under  conditions  of  the  “well- 
studied”  flame  was  identified  to  be 

CH*  +  O  — >  CHO+  +  e- , 

in  agreement  with  a  recent  report  of  Eraslan  and  Brown.6  The  second  factor  limiting  the  rate  of 
PAH  production  via  the  ionic  mechanism  is  the  reversibility  of  the  principal  reaction  steps.  The 
computer  simulations  indicated  that  the  forward  and  reverse  reactions  of  these  steps  are  tightly 
balanced,  i.e.,  are  in  partial  equilibrium,  similar  to  the  situation  identified  for  the  free-radical 
growth.7  However,  compare  to  the  free-radical  mechanism,  the  ionic  mechanism  does  not  have 
an  equivalent  of  the  H-abstraction  reactions  and  irreversible  cyclization  steps  that  provide  the 
kinetic  driving  force  for  the  molecular  growth.8 
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Figure  1.  The  profiles  of  selected  ions:  (a)  experimental  results  from  Ref.  2; 
(b)  computed.  The  line  identification  applies  to  both  (a)  and  (b). 
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SUMMARY 

The  transfer  of  engineering  data,  on  rocket  chamber  and  plume 
combustion,  from  present  to  advanced  propulsion  systems  is  hampered  by  a 

lack  of  understanding  and  knowledge  of  individual  A1  and  B  species  reactions. 
Experiments  with  our  unique  HTFFR  (high-temperature  fast-flow  reactor) 
technique  have  shown  a  wide  variety  of  ways  by  which  temperature  affects  the 
rate  coefficients.  Current  theory,  such  as  used  for  hydrocarbon-fuel  combustion 
reactions,  has  been  found  to  be  inadequate  to  either  predict  or  adequately 
explain  these  observations.1)  This  emphasizes  the  need  for  accurate 
measurements  on  further  A1  and  B  reactions,  which  need  to  be  included  in 

rocket  combustion  models.  Here  we  report  on  five  reactions  and  discuss  some 
of  the  implications. 

TECHNICAL  DISCUSSION 

Technique 

HTFFR  is  a  unique  method,  which  can  provide  accurate  kinetic 

measurements  on  reactions  of  refractory  species,  such  as  A1  and  B,  over  the  300 

to  1900  K  temperature  range.  The  elementary  reactions  are  studied  in  isolation 
in  a  heat  bath.  With  traditional  high-temperature  techniques  such  isolation  is 
usually  impossible  to  achieve;  as  a  result,  data  on  any  given  reaction  depend  on 
the  knowledge  of  other  reactions  occurring  simultaneously,  leading  to  large 
uncertainties.  In  the  HTFFR  shown  in  Fig.  1,  BCI3  in  Ar  bath  gas  is  passed 
through  a  microwave  discharge  to  produce  BCI.  The  pyrolysis  tube  removes  any 
remaining  BCI3.  The  BCI  radicals  are  then  mixed  with  the  oxidant,  e.g.,  CO2.  The 
relative  BCI  concentration  is  measured  by  laser-induced  fluorescence,  LIF,  as  a 
function  of  oxidant  concentration  for  several  pressures,  reaction  times  and 
average  gas  velocities,  to  yield  a  rate  coefficient  k.  "Arrhenius"  plots  of  In  k(T) 
vs.  T*1  are  then  obtained  from  similar  measurements  at  various  temperatures. 

Results  and  Discussion 

Over  the  past  year  we  have  made  a  series  of  measurements  on  reactions 
of  AlO,  A1C1,  and  BCI.  The  following  k(T)  data,  in  cm3molecule'1s‘1,  have  been 
obtained: 
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(1) 

AIO  +  CI2  -»  OA1C1  +  C1 

k(T)  =  3.0  x  10-10  exp(-1250  K/T) 

T  =  460  to  1160  K 

(2) 

AlO  +  HC1  — »  see  below 

k(T)  =  5.6  x  10-11  exp(-139  K/T) 

T  =  440  to  1590  K 

(3) 

A1C1  +  HC1  ->  AICI2  +  H 

k(T)  =  1.1  x  10-11  exp(-13100  K/T) 

T  =  1330  to  1610  K 

(4) 

BCI  +  CO2  ->  OBC1  +  CO 

k(T)  =  1.8  x  10-31  T5-6  exp(-l  190  K/T) 

T  =  770  to  1830  K 

(5) 

BC1  +  HC1  -*  BCI2  +  H 

k(T)  =  1.2  x  10-10  exp(-1200  K/T) 

T  =  1250  to  1620  K;  T-range 
is  currently  being  extended. 

The  product  paths  shown  are  the  only  reasonable  on  thermochemical  grounds. 
For  reaction  (2)  there  are  three  possible  sets  of  potential  products,  OA1C1  +  H, 
A1C1  +  OH  and  AlOH  +  Cl.  For  this  and  some  other  reactions,  studied  previously, 
mass  spectrometry  as  well  as  LIF  will  be  used  to  determine  the  actual  products, 
branching  ratios  and  their  temperature  dependences. 

Figure  2  shows  an  individual  reaction  data  set  over  a  wide  temperature 
range,  i.e.,  that  for  BCI  +  CO2.  In  Fig.  3  we  summarize  the  rate  coefficient 
measurements  made  thus  far  on  reactions  of  the  Al/Cl/O  system.  (Reaction  (3) 
is  not  shown  as  its  rate  coefficients  are  off-scale,  <1  x  10- 15,  for  most  of  the 
temperature  range  investigated.)  The  figure  illustrates  the  wide  variety  of  k(T) 
vs.  T'1  dependences  that  occur.  In  addition  to  further  Al-species  reactions,  a 
major  current  effort  concerns  the  comparison  between  like  boron  and  aluminum 
species  reactions.  Figure  4  shows  the  beginning  of  a  set  of  B-species  reactions, 
similar  to  that  for  A1  in  Fig.  3. 

Figures  (3)  and  (4)  allow  several  observations  and  comparisons.  Thus,  the 
activation  energies  of  exothermic  reactions  leading  OAIC1  are  small  (Ea/R  <  1250 

K)  for  A10(X2Z)  as  the  precursor,  but  considerably  larger  (Ea/R  >  3500  K)  for 

A1C1(X1Z)  as  the  reactant.  The  difference  may  be  attributable  to  the  unpaired 
electron  of  the  former.  The  BCI  reactions  with  O2,  CO2,  and  HC1  are  significantly 
faster  over  the  observed  temperature  ranges  than  their  A1C1  counterparts.  The 
differences  in  curvature  in  the  Arrhenius  plots  of  these  two  monochlorides  with 
O2  and  CO2,  respectively,  show  that  predictions  from  AI  to  B  species  would  not 
be  reliable,  notwithstanding  the  position  of  B  directly  above  Al  in  the  periodic 
table.  The  zero  to  slightly  negative  temperature  dependences  of  k(T)  for  the  Al 
+  O2,  AlO  +  O2,  AlO  +  CO2  reactions  can  be  explained  in  the  usual  way  as  being 
due  to  formation  of  an  intermediate  complex,  which  preferentially  dissociates  to 
reactants  rather  than  products.  However,  the  very  slight  positive  temperature 
dependence  of  the  AlO  +  HC1  reaction  (2)  is  surprising,  most  l;,r  !y  it  reflects 
strong  dipole-dipole  interaction;  this  then  would  suggest  A1C1  -t-  oii  as  a  major 
product  path. 
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The  practical  uses  for  our  measurements  have  recently  been  illustrated  by 

Kolb,  et  al.2)  They  used  three  of  our  papers3’5)  in  a  fairly  accurate  prediction  of 

the  strength  of  the  A1C1  absorption  feature  of  a  rocket  plume.  An  aluminized 

propellant  with  ammonium  perchlorate  oxidizer  was  used  for  this  test. 
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SUMMARY/OVERVIEW 

Little  had  been  known  about  the  processes  which  control  the  formation  of  soot 
in  combustion  systems  and  the  effect  of  fuel  type,  particularly  aromatics.  By 
use  of  pre-mixed  and  both  co-flow  and  counter-flow  diffusion  flame  systems  in 
which  temperatures  are  controlled,  it  has  been  possible  to  achieve  a  limiting 
temperature  and  to  determine  the  relative  effects  of  flame  temperature, 
equivalence  ratio,  and  C/H  ratio  in  premixed  systems  and  temperature, 
additives  (particularly  02)  and  fuel  structure  in  diffusion  controlled 
systems.  Corresponding  studies  of  the  high  temperature  oxidation  and 
pyrolysis  mechanisms  of  aromatic,  naphthenic  and  paraffinic  fuels  using  the 
Princeton  turbulent  flow  reactor  are  not  only  providing  important  kinetic 
data  and  mechanisms  for  those  modeling  combustion,  but  also  fundamental 
information  necessar ;  to  understand  the  controlling  processes  in  soot 
formation. 

TECHNICAL  DISCUSSION 

The  understanding  of  the  chemistry  of  aromatic  fuel  oxidation  has  been  the 
driving  force  for  our  past  and  present  research.  A  description  of  the 
results  of  experimental  work  on  the  high  temperature  oxidation  of  p -xylene 
(1 , 4-dime thylbenzene)  was  described  previously  (1).  The  experiments  were 
conducted,  as  usual,  in  the  Princeton  Adiabatic  Flow  Reactor  and  gave  time 
resolved  profiles  of  the  fuel  and  intermediate  products.  From  those  results 
it  was  possible  to  estimate  the  contribution  of  various  reactions  to  the 
fuel's  decay  early  in  the  oxidation  of  the  xylene.  An  important  result  was 
that  abstraction  of  the  benzylic  H  by  the  radicals  0,  OH  and  H  consumed  about 
75%  of  the  fuel.  It  was  estimated  that  abstraction  by  02  was  not  a  major  fuel 
consumption  step.  This  result  was  similar  to  results  obtained  by  previous 
workers  from  our  laboratory  on  the  oxidation  of  toluene  (methylbenzene) . 

Recent  work  has  concentrated  on  improving  the  experimental  data  and  modeling 
the  oxidation  kinetics  of  aromatic  fuels.  Preliminary  results  from  the 
modeling  of  toluene  have  indicated  that  even  though  abstraction  of  the 
benzylic  H  by  02  may  not  be  the  primary  fuel  consumption  route,  it  does  play  a 
major  role  in  the  oxidation  of  the  fuel  through  production  of  the  H02 
molecule . 

The  modeling  work  has  been  initiated  with  the  goal  being  to  determine  the 
reactions  that  require  further  study  and  to  develop  a  set  of  reactions  and 
rate  constants  that  characterize  the  oxidation  chemistry  of  aromatic  fuels. 

The  experimental  results  obtained  from  flow  reactor  studies  will  be  used  to 
guide  the  modeling  effort  and  verify  the  model  predictions.  Very  little  work 
has  been  performed  in  the  past  on  aromatic  oxidation  modeling  and  most  of  this 
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previous  work  has  concentrated  on  reproducing  only  one  specie  profile.  The 
advantage  of  the  flow  reactor  data  is  apparent  in  that  it  allows  one  to  verify 
a  model  using  all  of  the  major  intermediate  products  present. 

Because  the  desire  is  to  understand  the  aromatic  chemistry,  a  28  reaction 
H2/02/C0/C02  mechanism  from  a  verified  H2/C0  model  developed  at  Princeton  was 
used  as  a  fixed  starting  point  (2) .  Aromatic  rate  data  in  the  literature  are 
most  abundant  for  toluene,  so  this  fuel  was  modeled  first.  Because  of  the 
methyl  sidechain  present,  methyl  radicals  play  a  role  in  the  chemistry  and 
hence  a  23  step  methyl  sub -mechanism  from  a  recent  methanol  model  developed  at 
Princeton  was  incorporated  into  the  reaction  set  (3).  With  these  51  reactions 
as  a  solid  basis,  steps  specific  to  toluene  were  added. 

Only  in  the  last  five  years  have  reaction  rates  important  to  aromatic 
combustion  become  available  in  the  literature.  With  the  published  rate  data 
and  by  estimating  unknown  rates  using  thermodynamics,  a  set  of  30  reactions 
have  currently  been  selected  to  represent  the  aromatic  oxidation  steps  up  to 
the  point  of  ring  break  up.  Preliminary  results  have  been  obtained  for 
selected  species  and  the  present  reaction  scheme.  Comparisons  have  been  made 
with  the  experimental  data  from  a  toluene  oxidation  run  in  the  flow  reactor  at 
1188K  and  an  equivalence  ratio  of  0.63  (4).  At  the  present  we  are  attempting 
to  model  only  that  portion  of  the  oxidation  in  which  ring  break  up  is  minor. 
This  approach  is  feasible  due  to  the  stability  of  the  ring  structure.  Good 
agreement  was  obtained  with  the  experimental  profiles  of  the  fuel  and 
benzaldehyde ,  but  improvement  is  required  for  predicting  the  experimental 
profiles  of  the  intermediates  benzene  and  cresol  (H0C6H4CH3).  Very  little  is 
known  about  cresol  oxidation  chemistry  and  the  experimental  data  do  not  give 
any  indication  of  products  unique  to  cresol  consumption.  It  is  worth  noting 
that  recent  work  in  this  laboratory  has  shown  that  cresol  does  not  play  a 
major  role  in  the  oxidation  of  toluene,  however,  experiments  will  be  performed 
in  the  near  future  to  determine  the  manner  of  cresol  breakdown  so  that  its 
chemistry  can  be  incorporated  into  the  model  (5) . 

As  mentioned,  the  abstraction  of  a  hydrogen  atom  by  02  to  form  H02  has  been 
found  to  be  more  important  than  originally  thought.  The  relatively 
unreactive  H02  builds  up  in  concentration  and  can  react  with  the  benzyl 
radical  (also  relatively  unreactive)  in  the  branching  reaction  C6HSCH2  +  H02 
-*  C6HsCH20  +  OH  followed  by  CgH5CH20  -*  C6HsCH0  +  H.  Here  the  benzyl  radical 
and  the  H02  are  converted  to  benzaldehyde  and  the  very  reactive  H  and  OH 
radicals.  The  modeling  work  has  shown  that  the  abstraction  route  is  a  major 
producer  of  H02  even  compared  to  the  well  known  H+02+M  -*  H02+  M  reaction.  One 
goal  of  the  modeling  effort  was  to  determine  which  reactions  are  important  in 
aromatic  chemistry  and  deserving  of  further  research  attention.  We  see  here 
an  example  of  this  approach  in  that  H  abstraction  from  the  fuel  by  02  may  be 
minor,  but  the  resulting  H02  is  very  important. 

Work  will  continue  on  the  modeling  with  better  estimation  of  unknown  rate 
constants  and  the  eventual  addition  of  rir.g  b-eak  up  steps.  It  is  also  hoped 
that  the  applicable  temperature  range  of  the  model  can  be  extended  beyond  flow 
reactor  temperatures  (around  1200  K)  by  considering  other  data  from  such 
sources  as  shock  tube  studies.  As  the  temperature  rises  ring  break  up  will 
become  increasingly  important.  Finally,  the  xylene  experimental  work  will  be 
concluded  and  the  toluene  model  extend  to  this  and  other  dialkylated  benzenes. 

Our  various  experiments  designed  to  gain  further  understanding  of  soot 
formation  processes  has  yielded  some  very  important  physical  insights.  In  the 


work  with  our  opposed  jet  diffusion  flame  in  which  the  equivalence  ratio  of 
the  oxygen  doped  fuel  was  varied  from  infinity  to  values  that  would  normally 
be  considered  within  premixed  flammability  limits,  it  was  discovered  that  at 
all  conditions  under  which  premixed  flames  can  operate,  fuel  structure  plays 
no  role  in  the  sooting  tendency  of  the  fuel  (6).  That  is,  one  cannot  operate 
a  premixed  flame  so  rich  that  there  will  be  an  effect  on  the  sooting  tendency 
directly  related  to  the  original  fuel  characteristics. 

In  the  coflowing  diffusion  flame  apparatus  in  which  laser  extinction  and 
scattering  measurements  were  made,  results  were  obtained  which  indicated  that 
along  the  centerline  of  a  fuel  jet  the  temperature  at  which  soot  particles 
(inception)  were  found  was  always  around  1 400  K  regardless  of  the  fuel  used  or 
the  amount  of  nitrogen  dilution  of  the  fuel  (7) . 

These  results  were  emphasized  in  a  review  paper  by  the  senior  co-principal 
investigator  presented  last  summer  at  the  International  Combustion  Symposium 
(8) .  Preparing  this  paper  was  a  considerable  effort  and  has  commanded 
tremendous  interest  as  evidenced  by  the  fact  there  have  been  over  two  hundred 
requests  for  pre-publication  copies.  An  important  outgrowth  of  the  insights 
of  this  paper  was  that  as  one  examined  the  results  of  other  investigators,  one 
could  find  similar  results  that  had  gone  unappreciated.  We  have  concluded 
from  these  results  that  there  is  a  controlling  critical  step  (or  steps)  which 
has  a  high  activation  energy.  The  fact  that  there  is  a  narrow  range  of 
temperature  around  1400  K  is  evidence  of  the  ability  of  H  radicals  to  diffuse 
into  the  pyrolysis  zone  and  subsequently  incipient  particle  formation  is 
initiated.  There  is,  however,  some  variation  around  1400  K  corresponding  to 
the  type  of  experiment.  In  fact,  analysis  of  shock  tube  experimental  results, 
where  chere  can  be  no  H  atom  diffusion,  shows  the  characteristic  temperature 
to  be  higher,  somewhat  above  1600  K  (9). 

This  concept  of  a  critical  temperature  range  commanded  much  attention  at  a 
recent  soot  workshop  in  Goettingen.  Indeed  the  Goettingen  group  repeated  our 
early  premixed  flame  experiments  on  a  flat  flame  burner  (10).  They  varied 
the  temperature  over  a  greater  range  than  in  our  original  work.  They  found 
that  the  critical  sooting  equivalence  ratio  decreased  as  the  flame  temperature 
decreased  -  sooting  tendency  increased  as  flame  temperature  decreased.  Then 
around  1500"K,  the  tendency  sharply  inverts  itself  and  sooting  tendency 
practically  stops.  We  believe  that  again  the  critical  pyrolysis  step  to  form 
soot  becomes  so  slow  that  sooting  under  this  premixed  condition  essentially 
stopped. 

This  concept  reflects  strongly  on  the  probability  of  the  various  detailed 
mechanisms  that  are  being  proposed.  We  have  contended  for  a  long  time  that 
the  formation  of  the  first  aromatics  from  C4  aliphatic  species  and  allene  were 
the  controlling  steps  to  incipient  soot  formation  and  the  critical  step  that 
gives  the  characteristic  temperature  is  involved  in  the  formation  of  these 
species  (11).  Others  have  been  proposing  that  the  growth  of  the  larger  ring 
structure  may  be  controlling. 

An  experiment  that  would  resolve  the  controversy  would  be  to  measure  the 
critical  sooting  equivalence  ratio  of  premixed  flames  to  which  a  halogen 
compound  such  as  a  freon  has  been  added.  In  diffusion  flames,  we  established 
early  that  addition  of  freon  substantially  increased  the  sooting  tendency  of 
the  fuel  by  accelerating  the  early  pyrolysis  steps  (12) .  We  have  further 
argued  that  in  premixed  flames  all  fuels  break  down  '•>  acetylene  due  to 
extensive  oxidative  pyrolysis  and  that  the  acetylene  'ilds  up  to  the 
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polynuclear  aromatic  structures.  Since  pyrolysis  is  already  extensive  in 
premixed  flames,  we  predict  no  effect  of  the  halogens.  If  large  ring  growth 
is  the  controlling  element,  then  halogens  should  have  the  same  strong  effect 
in  premixed  flames  as  they  do  in  diffusion  flame.  Thus  we  propose  to  perform 
these  premixed  flame  experiments  in  the  near  future. 

The  critical  temperature  results  obtained  by  various  investigators  came  from 
the  examination  of  only  a  limited  number  of  fuels.  Thus  we  decided  to  try  to 
obtain  results  without  extensive  laser  diagnostic  measurements,  for  many  other 
fuels  by  diluting  a  fuel  jet  to  an  extent  that  all  soot  luminosity 
disappears.  The  experimental  conditions  at  which  this  loss  of  luminosity 
occurs  were  then  used  to  calculate  the  adiabatic  flame  temperature.  The 
temperatures  calculated  for  ethene  and  propane  at  a  respectable  flame  height 
revealed  that  because  heat  losses  to  the  burner  rim  were  not  too  great,  a 
common  temperature  of  about  1900  K  is  obtained.  The  actual  experimental 
temperature  would  be  somewhat  lower  than  1900  K,  but  higher  than  the  1400-1500 
K  range.  A  full  explanation  of  this  higher  temperature  is  not  at  hand,  but 
the  belief  is  that  the  extensive  nitrogen  dilution  required  could  have  a 
strong  concentration  effect  and  the  associated  larger  convective  velocities 
may  have  altered  the  hydrogen  diffusion  sufficiently  to  prevent  soot 
formation.  Further  attention  could  be  directed  to  these  unusual  results. 
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SUMMARY/OVERVIEW 

Our  program  is  directed  towards  increasing 
understanding  of  combustion  processes  in  general,  as  well  as 
advancing  the  application  of  fluorine-supported  combustion 
in  areas  such  as  propulsion  and  chemical  lasers.  Since 
fluorine  is  monovalent,  combustion  in  fluorine  is  simpler 
than  combustion  in  oxygen.  Experiments  in  H2 -F2  flames  to 
which  very  small  amounts  of  CH4  have  been  added  are 
particularly  revealing  and  indicate  that  the  most  likely 
mechanism  for  explaining  luminescence  from  CH  and  CHF 
radicals  in  these  flames  involves  vibrational-to-electronic 
energy  transfer  from  highly  vibrationally  excited  HF.  C’2 
emission  probably  results  from  the  CH  +  CH  — ►  C2 *  +  H2 
reaction . 

TECHNICAL  DISCUSSION 
Flame  studies 

In  order  to  identify  the  mechanisms  leading  to 
chemiluminescence  from  F2 -hydrocarbon  flames,  we  have  been 
investigating  such  systems  by  the  method  of  very  dilute 
flames.1  In  this  technique,  very  low  concentrations  of 
hydrocarbons  (less  than  2%)  are  added  to  F2 -H2  flames  while 
monitoring  luminescence  from  carbon-containing  species,  such 
as  CH,  C2  and  CHF.  Measurements  of  HF  rotational 
temperature  and  photography  with  infrared-  sensitive  film 
help  to  define  the  properties  of  the  H2 -F2  flames  to  which 
CH<  is  added.  At  very  low  additions  of  hydrocarbons,  the 
basic  flame  parameters,  such  as  flame  shape  and  burning 
velocity  and  the  concentration  of  H  and  F  atoms  are 
determined  by  the  well -understood  hydrogen-fluorine 
kinetics,  which  is  not  altered  by  small  additions  of 
hydrocarbon.  Thus,  the  dependence  of  the  intensity  of  CH , 

C2  and  CHF  emission  can  be  studied  as  a  function  of  the 
concentration  of  hydrocarbon  radicals  in  the  flame  at 
constant  flame  parameters,  and  the  flame  parameters  can  be 
varied  at  constant  concentrations  of  hydrocarbon  radicals. 

CH  and  C2  emission  are  well  known  in  hydrocarbon-02 
combustion.  However,  we  have  previously  shown  that  CH 
emission  is  an  intrinsic  property  of  hydrocarbon-F2 
combustion  and  is  not  dependent  on  O2  impurity  in  F2 . 2 
Mechanisms  can  probably  be  more  easily  determined  in 
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fluorine  than  in  oxygen-supported  combustion,  since 
combustion  in  monovalent  fluorine  is  simpler,  not  being 
complicated  by  species  analogous  to  aldehydes,  peroxides, 
etc. .  In  addition,  since  there  are  no  compounds  with  bond 
energies  comparable  to  CO  in  fluorine-supported  combustion, 
in  general  there  are  fewer  energetically  permissible  routes 
for  generating  particular  excited  states. 

In  very  dilute  flames,  CH,  C2  and  CHF  emissions  show 
very  different  dependence  on  flame  parameters.  For  example, 
CH  and  CHF  intensities  increase  linearly  with  CH4  added  to 
the  flame,  while  C2  intensity  shows  close  to  a  square 
dependence  (Figure  la).  CH  and  Cz  intensities  peak  for  lean 
flames  and  decrease  rapidly  as  the  equivalence  ratio  of  the 
flame  increases,  while  CHF  intensity  decreases  much  slower 
with  equivalence  ratio  (Figure  lb).  As  pressure  is 
increased,  CH  and  C2  intensity  increases  rapidly,  while  CHF 
intensity  decreases  (Figure  lc).  These  observations  have 
been  explained  using  a  mechanism  involving  the  following 
reactions  for  populating  the  emitting  states: 

1)  CH  +  HF*  - - ►  CH  (A  and  B  states)  +  HF 

2)  CHF  +  HF*  CHF  (A  state)  +  HF 

3)  CH  +  CH  - C2  (A  state)  +  H2 

The  proposed  mechanisms  for  producing  the  emitting 
species  provide  interesting  possibilities  for  diagnostics  in 
fluorine-supported  combustion.  For  example,  from  reaction 
(1)  and  (3),  Ich/[CH]  at  Ich/(Icz  )*/2  is  proportional  to  the 
concentration  of  HF  molecules  with  sufficient  vibrational 
energy  to  result  in  electronically  excited  CH.  Since 
superthermally  vibrationally  excited  HF  represents  wasted 
energy  in  propulsion,  the  latter  diagnostic  might  be  useful 
in  the  exhaust  of  H2 -F2  propulsion  systems  to  which  small 
additions  of  CH4  have  been  added  as  a  probe.  It  may  also  be 
of  use  in  HF  lasers,  where  highly  vibrationally  excited  HF 
is  desirable.  In  the  coming  year  we  propose  to  extend  these 
studies  in  dilute  CH4 -F2  flamesto  bands  of  CF  and  CF2  in  the 
ultraviolet  and  to  investigate  dilute  F2  flames  of  the  fuels 
C2H2  ,  C2H6  ,  NH3  and  N2  H4  . 

A  modulated  cw  dye  laser  system  has  been  prepared  for 
monitoring  intermediates  in  fluorine-supported  combustion. 
This  laser  has  been  optimized  for  the  detection  of  CHF  by 
laser- induced  fluorescence  using  radicals  generated  by  the 
F  +  CH3 F  reaction  in  a  flow  system. 

Kinetics  studies 

We  have  previously  shown  that  the  equivalence  points  of 
titrations  in  bimolecular  reactions  can  be  defined 
kineticallv  as  the  ratio  of  concentrations  of  reactants  that 
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provide  the  greatest  persistence  of  the  reaction.  This 
results  from  the  fact  that  only  at  the  equivalence  point  do 
the  reactants  decay  in  a  second-order  fashion,  while  at  any 
other  ratio  of  concentrations  the  decay  eventually  becomes 
pseudo-first  order.  In  order  to  obtain  rate  constants  from 
kinetic  titrations,  detailed  fitting  to  the  shape  of  the 
titration  curve  is  necessary.  For  accurate  results,  we  have 
modified  our  numerical  treatment  of  the  shape  of  titration 
curves  to  include  axial  diffusion.  The  theory  has  been 
verified  by  good  agreement  with  titrations  of  the  03  +  NO 
reaction,  monitored  by  chemiluminescence  at  long  times  in  a 
flow  reactor. 3 

References 

1.  C.  Moore,  M.  Erickson  and  Myron  Kaufman,  technical 
report,  AFOSR  84-0196,  May  1989 

2.  D.  Jones  and  M.  Kaufman,  Comb.  Flame  6_7 ,  217  (1987) 

3.  Myron  Kaufman,  submitted  to  the  Journal  of  the  American 
Chemical  Society 


333 


253 


233 


153 


133 


53 


8 

8  .25  .5  .75  1  1.25  1.5  1-75  2 

%ch4 


'i'nars  1.  Emission  intensity  of  CH  (431nm),  C2  (516am)  and 
KF  (5l8nm)  emissions  from  F2/K2/CH4  flames  as  a  function  o 
i  CK4  in  fuel  (la),  equivalence  ratio  (lb)  and  pressure 
lc).  Intensities  cf  the  different  emissions  are  not 

:omparable . 


ASYNCHRONOUS  OPTICAL  SAMPLING  FOR  LASER-BASED 
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SUMMARY/OVERVIEW: 

This  research  is  concerned  with  the  development  and  subsequent  testing  of  a  new  laser-based 
combustion  diagnostic  for  the  quantitative  measurement  of  both  major  and  minor  species  concentrations 
in  high-pressure  flames.  The  technique,  called  Asynchronous  Optical  Sampling  (ASOPS),  is  a  state-of- 
the-art  improvement  in  picosecond  laser  spectroscopy.  ASOPS  is  a  pump/probe  method  which  will  allow 
determination  of  both  electronic  quenching  and  state-to-state  relaxation  rates.  Such  information  is 
necessary  for  quantitative  application  of  both  laser-induced  and  laser-saturated  fluorescence  at  high- 
pressures.  The  specific  goal  of  the  project  is  to  develop  and  prove  the  viability  of  the  ASOPS  technique  as 
a  practical,  quenching  independent  diagnostic.  This  will  be  achieved  through  measurements  of  atomic 
sodium  and  the  hydroxyl  radical  in  simple  flames. 

TECHNICAL  DISCUSSION 

Pump/probe  methods  are  commonly  employed  to  measure  subnanosecond  excited  state  processes 
in  liquid  and  gas  phase  systems.  L2  Asynchronous  Optical  Sampling  (ASOPS)  is  a  newly-developed 
pump/probe  method  that  will  potentially  allow  the  determination  of  number  densities  and  relaxation  rates 
in  turbulent,  high-pressure  flames.  In  addition,  ASOPS  should  yield  a  signal-to-noise  ratio  comparable  to 
that  for  laser-induced  fluorescence  in  practical  combustion  environments.  The  ASOPS  method  utilizes  a 
coherent,  signal-carrying  beam  and  thus  requires  no  more  optical  access  than  LDV  measurements. 

In  conventional  pump/probe  instruments  the  pump  and  probe  lasers  operate  at  identical  repetition 
rates,  and  an  optical  delay  line  is  used  to  control  the  relative  timing  between  pulses  from  the  two  lasers. 
Moreover,  some  type  of  mechanical  or  electro-optical  choppit  ,g  scheme  is  generally  employed  to  induce 
an  amplitude  modulation  on  the  signal  which  facilitates  the  use  of  synchronous  detection.^  In  contrast,  the 
ASOPS  instrument  employs  pump  and  probe  lasers  operating  at  slightly  different  repetition  rates.  This 
induces  a  repetitive  phase  walk-out  between  the  pump  and  probe  pulse  trains. 


1  G.  R.  Fleming,  Adv.  Chem.  Phys.  49, 1  (1982). 

2  F.  E.  Lytle,  R.  M.  Parrish,  and  W.  T.  Barnes,  Appl.  Spectrosc.  39,  444  (1985). 

3  G.  R.  Fleming,  Chemical  Applications  of  Ultrafast  Spectroscopy,  Oxford  University  Press,  New  York, 
NY,  1986. 
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The  ASOPS  process  is  illustrated  in  Fig.  1  a,  which  shows  the  excited  state  population  produced  by 
several  pump  pulses  over  which  the  temporal  positions  of  several  probe  pulses  have  been  superimposed. 
Each  successive  probe  pulse  is  delayed  in  time  relative  to  the  pump  pulse  train  by  a  constantly  increasing 
duration  which  is  determined  by  the  beat  frequency  of  the  system.  Thus  each  probe  pulse  samples  the 
excited-state  population  at  a  slightly  later  time  than  the  immediately  preceding  pump  pulse.  This  is 
equivalent  to  varying  the  optical  delay  in  a  conventional  pump/probe  instrument.  The  entire  process  of  Fig. 
la  repeats  itself  when  the  cumulative  delay  equals  the  period  of  the  pump  laser.  Hence  any  modulation 
of  the  probe  beam,  resulting  from  the  creation  and  subsequent  decay  of  the  excited  state,  repeats  at  the 
beat  frequency  of  the  system.  Therefore,  in  contrast  to  a  conventional  pump/probe  instrument,  there  is  no 
need  to  amplitude  modulate  either  beam  to  employ  synchronous  detection. 

Figure  1  b  illustrates  the  change  in  probe  intensity  which  occurs  owing  to  stimulated  emission  from 
the  excited-state  population  shown  in  Fig.  1  a  The  net  effect  of  the  ASOPS  technique  is  that  a  small  amplitude 
waveform,  which  is  directly  related  to  the  fluorescence  decay  of  the  species  under  study,  is  impressed  onto 
the  probe  laser  intensity.  In  essence,  a  temporal  transformation  of  the  excited-state  decay  is  performed 
with  the  time  scaled  by  the  factor  [(fpUmp/(fpump-fprobe)l.  where  f  is  the  repetition  rate  of  the  two  lasers.  The 
ASOPS  technique  is  thus  an  optical  analog  of  the  sampling  oscilloscope. 

A  block  diagram  of  the  basic  ASOPS  instrument  is  shown  in  Fig.  2.  The  pump  and  the  probe  beams 
are  derived  from  dye  lasers,  which  are  synchronously-pumped  by  frequency-doubled,  mode-locked 
Nd:YAG  lasers.  The  mode-locking  frequencies  are  generated  by  two  frequency  synthesizers  operated  in 
a  master-slave  (i.e.  phase-locked)  configuration  to  minimize  drift  in  the  beat  frequency  of  the  system.  The 
pump  and  the  probe  beams  cross  at  an  included  angle  of  ~5°  in  the  flame.  The  probe  beam  intensity  is 
monitored  by  a  photodiode  subtraction  circuit  the  output  of  which  is  amplified  and  directed  to  the  signal 
processing  system.  T riggering  of  the  latter  for  synchronous  detection  at  the  beat  frequency  is  accomplished 
by  frequency  doubling  and  electronically  mixing  the  synchronous  voltage  output  from  each  synthesizer. 

In  previous  papers,4  5  we  reported  initial  ASOPS  studies  of  Rhodamine  B  in  methanol.  We  have  now 
extended  the  ASOPS  technique  to  measurement  of  the  relative  number  density  of  atomic  sodium  in  an 
atmospheric  CH4/O2/N2  flame.4 5 6-7  Fig.  3  shows  a  typical  ASOPS  signal  for  sodium.  The  pump  beam  is  set 
to  the  sodium  D2  (3Si/2  —  3P3/2)  transition  (589.0  nm)  while  the  probe  beam  is  set  to  the  3 P3/2  —  5S1/2 
transition  (61 6.1  nm).  Thus,  the  ASOPS  signal  monitors  the  population  of  the  3P^  state,  which  modulates 
the  probe  beam  intensity  through  excited-state  absorption. 

The  decay  curve  in  Fig.  3  was  obtained  by  averaging  over  256  separate  single-decay  curves.  For 
alkali  atoms  such  as  sodium,  the  decay  of  the  3P3/2  state  is  not  a  true  exponential,  but  is  governed  by  a 
second-order  decay  incorporating  the  quenching  rate  (3P3/2  —  3S1/2)  and  the  doublet  mixing  rates 


4  P.  A.  Elzinga,  F.  E.  Lytle,  Y.  Jiang,  G.  B.  King,  and  N.  M.  Laurendeau,  Appl.  Spectrosc.  41,  2  (1987). 

5  P.  A.  Elzinga,  R.  J.  Kneisler,  F.  E.  Lytle,  Y.  Jiang,  G.  B.  King,  and  N.  M.  Laurendeau,  Appl.  Opt.  26, 
4303  (1987). 

6  G.  J.  Fiechtner,  Y.  Jiang,  G.  B.  King,  N.  M.  Laurendeau,  R.  J.  Kneisler  and  F.  E.  Lytle,  Twenty-Second 
Symposium  (International)  on  Combustion,  The  Combustion  Institute,  Pittsburgh,  PA,  in  press. 

7  R.  J.  Kneisler,  F.  E.  Lytle,  G.  J.  Fiechtner,  Y.  Jiang,  G.  B.  King  and  N.  M.  Laurendeau,  Opt.  Lett.  14, 
260(1989). 
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(3P3/2=3Pt/2)-8'9  A  curve  fit  to  the  data  with  a  .05%  standard  error  is  shown  in  Fig.  4,  resulting  in  a  3P^  — 
3Si/2  quenching  time  of  830  psec  and  a  3 P3/2  —  3P1/2  mixing  time  of  500  psec.  This  compares  to  lifetimes 
of  71 0  psec  and  330  psec  reported  by  Takubo  et  a/.9  for  sodium  in  a  propane-air  flame. 

The  results  of  Fig.  3  represent  a  factor  of  2.5  improvement  in  peak  signal-to-noise  ratio  over  initial 
measurements  using  the  ASOPS  technique.  This  takes  place  despite  the  2056  samples  required  to  obtain 
the  initial  results,  in  comparison  to  the  256  samples  of  the  present  data  Furthermore,  the  pump  and  probe 
beams  of  the  initial  results  were  tuned  to  the  D2  transition,  which  has  an  Einstein  coefficient  for  absorption 
that  is  approximately  12  times  larger  than  that  of  the  3P3/2  —  SS^  transition  in  resonance  with  the  probe 
beam  in  the  present  experiments.  The  resulting  increase  in  SNR  by  a  factor  of  ~  100  is  attributed  to  the 
new  trigger  arrangement,  a  new  detection  circuit,  and  improved  dye  laser  operation. 

Based  on  the  sodium  experiments,  we  conclude  that  the  ASOPS  method  has  great  potential  for  use 
in  high-pressure,  turbulent  flames.  Although  visible  pump  and  probe  beams  are  used  in  the  above 
experiments,  the  ASOPS  technique  can  eventually  be  extended  to  ultraviolet  wavelengths  to  monitor 

molecular  species  such  as  the  OH  radical. 
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Figure  1 .  ASOPS  timing  diagram  showing  (a)  excited  state  population  and  (b)  probe 
beam  intensity.  The  probe  pulses  in  (a)  are  indicated  by  the  vertical  dashed 
lines. 


Figure  2.  Block  diagram  of  the  ASOPS  instrument. 


a  R.  A.  Beaman,  A.  N.  Davies,  A.  J.  Langley,  W.  J.  Jones,  Chem.  Ptiys.  1 01 , 1 27  (1 986). 
9  Y.  Takubo,  T.  Okamato  and  M.  Yamamoto,  Appl.  Opt.  25,  740  (1986). 
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Figure  3.  Temporal  decay  for  atomic  sodium  obtained  with  a  589.0-nm  pump  beam  (120  mW) 
and  a  61 6. 1  -nm  probe  beam  (3  mW).  The  lower  scale  gives  the  equivalent  time  displayed 
on  the  oscilloscope,  while  the  upper  scale  gives  the  actual  time. 
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Figure  4.  Second  order  curve  fit  to  the  decay  of  Fig.  3.  A  3P3/2  —  3Si/2  quenching  rate  of  1 .2  x 
1 09  sec-1  and  a  3P3/2—  doublet  mixing  rate  of  2.0x  1 09  sec1  result  in  a  fit  (indicated 
by  the  solid  curve)  with  .05%  relative  error  from  the  experimental  results  (data  points 
indicated  by  circles).  To  distinguish  the  curve  fit  from  the  experimental  data,  only  every 
fifth  data  point  is  plotted. 
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SUMMARY/OVERVIEW 

Laser  diagnostic  techniques  are  being  developed  that  are  capable  of  two-  and  three- 
dimensional  mapping  of  scalars  of  interest  in  turbulent  flames.  Several  light-scattering 
techniques  are  being  utilized  including  Rayleigh,  fluorescence,  and  spontaneous  Raman 
scattering.  The  availability  of  quantitative  data  on  the  spatial  and  temporal  characteristics  of 
structures  in  turbulent  reacting  flows  will  aid  in  understanding  the  interaction  of  chemical 
reactions  with  the  turbulent  motion.  A  better  understanding  of  this  key  interaction  is 
important  for  testing  assumptions  of  existing  models  of  turbulent  combustion  as  well  as  for 
suggesting  new  models. 

TECHNICAL  DISCUSSION 

Turbulent  flows  are  inherently  three-dimensional  and  one  aspect  of  our  diagnostics 
work  has  been  to  extend  our  species  concentration  mapping  techniques  into  three  dimensions. 
The  basis  of  our  volume-measuring  techniques  is  to  synthesize  a  three-dimensional  flow 
measurement  by  assembling  a  series  of  two-dimensional  measurements  from  closely-spaced 
parallel  sheets.  The  two-dimensional  measurements  are  obtained  by  sweeping  a  thin  laser 
illumination  sheet  through  the  flow  and  recording  the  scattered  intensity  distributions 
corresponding  to  different  sheet  locations.  Figure  1  shows  an  example  of  data  from  a  series  of 
planes  which  make  up  a  three-dimensional  data  set.  With  this  approach,  we  have  succeeded  in 
making  instantaneous  3D  measurements  in  nonreacting  jets  using  Rayleigh  and  Lorenz- Mie 
scattering  1.2  and  in  flames  using  fluorescence.  3 

A  significant  problem  related  to  three-dimensional  measurements  is  the  difficulty  of 
representing  the  large  amount  of  data  obtained  with  these  techniques.  We  have  continued  to 
develop  new  and  more  efficient  means  of  conveying  the  information  contained  in  the  data.4 
Although  the  concentration  distributions  shown  in  Fig.  1  give  a  complete  representation  of  the 
three-dimensional  data,  they  do  not  provide  much  insight  into  the  topology  of  the  flow 
structures.  One  approach  that  we  have  us  .d  is  to  represent  constant  concentration  surfaces, 
which  are  analogous  to  lines  of  constant  concentration  in  a  two-dimensional  plot  The  leftmost 
surface  shown  in  Fig.  2  shows  a  constant  gas  concentration  surface  obtained  from  the  data  set 
represented  by  the  set  of  slices  shown  in  Fig.  1 .  The  representation  of  the  species  data  obtained 
in  these  measurements  as  constant  concentration  surfaces  coincides  quite  well  with  one  of  the 
current  models  of  turbulent  combustion.  According  to  the  flame  sheet  model  of  combustion, 
chemical  reactions  in  flames  occur  in  thin  sheets  located  in  those  regions  where  the  proper 
mixture  of  fuel  and  oxidizer  exists.  In  this  model,  the  data  shown  in  Fig.  2  could  correspond 
to  the  flame  sheet  in  a  turbulent  flame.  The  availability  of  three-dimensional  data  allows  the 
investigation  of  the  topology  of  the  flame  structures. 
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The  most  difficult  aspect  of  obtaining  instantaneous  three-dimensional  data  is  the  re¬ 
quirement  that  the  measurement  be  made  in  a  time  during  which  the  flow  is  essentially  sta¬ 
tionary.  To  relax  this  constraint,  measurements  can  be  performed  in  forced  flows.  By  causing 
the  flow  to  evolve  in  a  repeatable  fashion,  the  constraint  of  making  very  rapid  measurements  is 
replaced  with  the  condition  that  the  measurement  be  made  at  the  right  phase  of  the  repeatable 
flow.  Since  the  flow  is  repeatable,  many  instantaneous  shots  can  be  accumulated  to  integrate 
weak  signals  and  sequential  measurements  of  several  different  quantities  such  as  temperature, 
species,  and  velocity  are  also  possible.  Another  advantage  of  using  forced  flows  is  realized  by 
varying  the  relative  phase  of  the  perturbation  and  the  measurement.  In  this  way,  the  evolution 
of  the  three-dimensional  structures  can  be  recorded.  It  is  then  possible  to  construct  an  animated 
sequence  to  visualize  the  development  of  the  three-dimensional  surfaces  of  constant 
concentration.  Figure  2  shows  a  sequence  of  surfaces  obtained  at  different  phase  delays 
relative  to  an  acoustic  perturbation.  The  convection  and  evolution  of  the  structures  is  evident  in 
this  four  dimensional  measurement. 

Another  advance  made  during  the  last  year  was  the  development  of  a  new  technique 
for  visualizing  the  mixing  structures  in  supersonic  jet  flows.  This  work,  which  was  the 
result  of  a  collaboration  with  Dr.  R.  Dibble  at  Sandia  National  Laboratories  and  Prof.  G. 
Mungal  at  Stanford,  involves  the  use  of  Rayleigh  scattering  from  a  thin  sheet  and  was 
demonstrated  in  an  underexpanded  air-into-air  jet.  In  the  supersonic  flow,  a  low  level  of 
humidity  was  present  in  both  the  nozzle  and  ambient  air  causing  the  formation  of  very  small 
condensed-phase  water  droplets.  Because  the  Rayleigh  signal  increases  as  (r  is  the  radius 
of  the  scattering  particle),  the  presence  of  even  very  small  particles  produces  a  large 
elastically-scattered  signal.  Figure  3  shows  a  composite  of  two  different  instantaneous 
pictures  covering  different  downstream  locations.  The  Mach  disk  and  triple-point  shock 
structures  are  clearly  visible  as  are  large-scale  structures  near  the  edge  of  the  jet  and  along  the 
slip  discontinuity.  The  relationship  of  the  signal  intensity  to  the  flow  properties  is  complex 
since  the  temperature,  pressure,  number  density  of  scatterers,  and  condensed-phase  size 
distribution  all  affect  the  elastically-scattered  light  intensity.  However,  the  ability  to  visualize 
regions  of  violent  mixing  shown  in  the  data  is  of  critical  importance  to  the  development  of 
supersonic  combustors.  Work  is  currently  underway  to  more  fully  understand  the 
mechanisms  of  the  elastically-scattered  signal  generation  and  to  ascertain  what  quantitative 
information  can  be  extracted  from  data  such  as  that  shown  in  Fig.  3. 
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Relative  Gas  Concentration 


Figure  1 

A  series  of  flow  planes  in  an  acoustically  forced  jet,  represented  by  gray-scale  mapped  concentration 
contours.  The  concentration  was  determined  from  the  intensity  of  Lorenz-Mie  scattering.  The  region 
imaged  is  1.8  cm  in  the  streamwise  direction  and  centered  2.4  cm  downstream  of  a  0.3  cm  diameter 
nozzle.  The  frames  correspond  to  planes  spaced  0.8  mm  apart. 


ft  i  m  *  'J 

td^B^  '  J* 

'•v  r  *  B 

f  2*«r  * 

*  '  -  Bill 

t*  B 

R.  4 

4  k  '  m 

L 

■ 

0  usee 


50  usee 


1 00  usee 


150  usee 


Figure  2 

Three-dimensional  time  evolution  of  an  acoustically  forced  jet.  This  series  of  three-dimensional 
surfaces  was  obtained  by  delaying  the  phase  of  the  measurement  relative  to  the  acoustic  forcing.  The 
phase  was  varied  at  50  ps  intervals  in  order  to  produce  a  "movie"  sequence.  The  flow  is  from  bottom 
to  top  and  the  nozzle  exit  velocity  is  8  m/sec.  The  leftmost  surface  was  obtained  from  the  flow  planes 
shown  in  Fig.  1. 
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Figure  3 

Visualization  of  a  supersonic  underexpanded  jet  (pressure  ratio  7)  by  Rayleigh  scattering.  The 
figure  is  a  composite  of  two  instantaneous  shots  with  the  arrows  indicating  the  location  at  which 
two  independent  realizations  were  joined.  The  nozzle  diameter  is  8.8  mm.  The  images  were  ob¬ 
tained  using  a  pulsed,  doubled  Nd:YAG  laser  (10  ns  pulse  duration)  and  an  unintensified  CCD 
detector. 
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Summary  /  Overview: 

The  time  available  for  mixing  and  combustion  in  hypersonic  engines  must  be  limited 
to  a  few  milliseconds  to  keep  the  mass  of  the  engine  and  its  cooling  requirements  within 
bounds.  Shock  enhanced  mixing,  suggested  by  Marble  (1986),  utilizes  the  strong  vortic- 
ity  induced  by  the  interaction  of  weak  shock  waves  with  the  large  density  differences  of 
hydrogen  and  air  to  enhance  the  mixing  rate  between  these  gases.  The  strong  vorticity 
produced  by  this  interaction  produces  strong  vortices  in  the  hydrogen,  and  consequently 
combustion  will  take  place  in  these  vortical  structures.  Combustion  in  such  vortices  is 
being  investigated  in  an  experimental  program.  We  are  also  investigating  with  numerical 
computations  the  flow  field  produced  by  an  injection  system  which  utilizes  shock  enhanced 
mixing. 

Technical  Discussion: 

The  aim  of  the  experimental  work  is  to  develop  an  understanding  of  the  influence  of 
vorticity  on  the  combustion  which  takes  place  in  a  vortex.  We  cause  vortices  to  be  shed 
from  a  rearward  facing  step  which  is  immersed  in  a  flow  of  a  mixture  of  fuel  and  air;  see 
Figure  1.  In  the  absence  of  vortex  shedding,  a  flame  developes  in  the  shear  layer  between 
the  fuel  air  mixture  flowing  over  the  step  and  a  strongly  recirculating  flow  of  hot  burnt-gas 
sheltered  behind  the  step.  Pressure  oscillations  in  the  frequency  range  180  to  500  hz, 
forced  by  a  siren  or  naturally  present  as  self  excited  acoustic  oscillations,  cause  vortices 
to  be  shed  from  the  step,  and  we  are  studying  the  heat  release  process  in  these  vortices 
formed  in  the  burning  shear  layer. 
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Figure  1.  Diagram  of  Experimental  Facility. 


The  experimental  investigation  of  combustion  in  a  vortex  is  being  carried  out  in  the 
system  illustrated  in  Figure  1.  The  lower  wall  of  the  combustion  chamber  can  be  moved 
vertically  to  allow  a  variation  in  height  of  the  chamber  from  2.5  to  15  cm.  Moving  the  wall 
allows  us  to  avoid  in  most  cases  interference  between  the  burning  vortex  and  the  lower 
wall  of  the  duct.  The  siren  is  used  to  produce  a  controlled  pressure  perturbation  in  the 
system  at  frequencies  between  100  and  1000  hz,  and  the  bypass  system  allows  control  over 
the  amplitude  of  the  disturbance. 

Instrumentation  includes  time  resolved  measurements  of  pressure,  velocity,  and  ioniza¬ 
tion,  and  shadowgraphs  of  the  density  field.  An  intensified  video  camera  is  used  to  obtain 
time  resolved  photographs  of  the  chemiluminescence  produced  by  combustion  in  the  vor¬ 
tices  which  gives  a  measure  of  the  volumetric  heat  release  rate  in  this  premixed  fuel-air 
mixture.  Exposure  times  as  small  as  5  microseconds  are  used  to  obtain  time  resolved  data; 
however,  spatial  resolution  is  limited  by  the  240  by  380  pixel  array  of  the  camera,  and 
the  experimental  technique  which  involves  averaging  light  across  the  7.6  cm  width  of  the 
combustion  chamber.  Although  the  vortices  appear  to  be  nearly  two-dimensional,  this 
averaging  process  limits  the  spatial  resolution  severely. 

Because  the  repetition  rate  of  the  video  camera  is  no  faster  than  30  frames  per  second, 
a  form  of  phase  averaging  is  required  to  obtain  the  evolution  of  a  single  vortex.  At  present 
we  are  using  the  pressure  signals  to  determine  the  phase  of  the  vortices.  Our  ability  to 
obtain  shadowgraph  and  the  video  camera  photographs  within  a  few  microseconds  of  each 
other  aides  in  our  interpretation  of  the  individual  frames. 

Control  of  chemical  parameters  is  achieved  by  using  a  range  of  mixtures  of  methane 
and  hydrogen  gas  as  the  fuel. 


Shadowgraph  Chemiluminescence 

Figure  2.  Shadowgraph  and  Chemiluminescence  Photographs. 


Spark  shadowgraph  photographs  and  intensity  contour  maps  of  chemiluminescence 
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intensity  obtained  in  a  typical  experiment  are  shown  in  Figure  2  and  correspond  to  other 
data  shown  as  function  of  the  time  in  Figure  3.  In  Figure  2,  the  vertical  face  of  the  step 
flame  holder  is  near  the  left  side  of  the  shadowgraph  and  vertical  lines  above  both  sets  of 
data  are  at  the  same  physical  location.  The  vertical  rectangle  on  the  lower  right  side  of 
the  shadowgraphs  is  a  ionization  probe. 
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Figure  S.  Transducer  Signals  for  a  Number  of  Cycles. 

For  this  experiment,  vortices  were  produced  behind  a  8  cm  high  rearward  facing  step 
and  methane  was  used  as  the  fuel.  The  data  channels  illustrated  in  Figure  3  show  the 
amplitudes  of  signals  i.)  the  pressure  transducer,  ii.)  and  iii.)  ionization  gages  at  5  and 
10  cm  downsteam  of  the  step,  and  iv.)  the  photomultiplyer  tube  which  views  a  thin  vertical 
slice  of  the  combustion  chamber. 


Figure  4.  Configuration  of  Proposed  Hypersonic  Hydrogen  Injector. 

We  axe  now  in  the  process  of  gathering  data  of  this  type  for  a  range  of  parameters 
including  the  amplitude  and  frequency  of  the  oscillations,  and  a  chemical  relaxation  time 
which  is  fixed  by  the  fuel-air  ratio  and  the  ratio  of  hydrogen  to  methane  in  the  fuel. 
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a.)  Density  b.)  Pressure  c.)  Vorticity 

Figure  5.  Field  Contours  6“  Downstream  from  Injector  Discharge. 

A  second  part  of  this  project  involves  using  an  Euler  code  to  examine  the  vortices 
formed  in  an  injector  system  designed  to  take  advantage  of  shock  enhanced  mixing.  The 
proposed  injector,  shown  in  Figure  4,  consists  of  alternating  ramps  and  expansion  troughs 
placed  along  one  wall  of  the  combustor  with  their  long  axis  parallel  to  the  flow.  Air  flowing 
down  the  troughs  generates  a  shock  wave  as  it  is  turned  at  the  bottom  of  the  trough.  This 
shock  wave  interacts  with  the  hydrogen  which  is  injected  at  the  downstream  surface  of  the 
ramps  and  produces  a  longitudinal  vortex,  discussed  elsewhere.  The  Euler  code  is  used 
to  generate  maps  in  the  cross  plane  of  the  pressure,  species  concentration  and  vorticity. 
These  maps  have  been  of  great  aid  in  the  design  of  a  wind  tunnel  model  and  we  expect 
will  be  crucial  in  the  interpretation  of  the  experimental  data  obtained  in  windtunnel  tests. 

A  set  of  these  maps  obtained  in  a  Mach  6  flow  over  the  injector  is  shown  in  Figure  5  at 
a  plane  located  six  trough  width-spacings  downstream  of  the  nozzle  exits.  The  vortex  like 
distortion  of  the  hydrogen  is  clearly  shown  in  the  density  plot  and  the  horizontal  line  in 
the  density  and  pressure  plots  near  the  center  of  the  jet  is  a  secondary  shock  wave.  At  this 
position,  the  process  has  forced  a  flow  of  air  to  penetrate  completely  through  the  center 
of  the  hydrogen  jet. 
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pL-NMAR  >  ■  UVERV  i  Ew; 

Laser  induced  -fluorescence  methods  nave  oeen  applied  to  two  distinct 
staaies  or  l.  so  l  a  ted  droplets.  First,  the  suencmna  of  napntnalene 
- iucrescence  ov  molecular  oxygen  has  ceen  used  to  demonstrate  tne  e-i  stance  c 
in  ter" si  circulation  within  300-500  micron  diameter  -failing  arcpiets.  Seccna 
e  cipiex  thermometry  has  Deen  used  to  measure  tne  sur race  temperatures  or 
isolated  droplets  which  have  -fallen  through  a  mown  heatso  zone.  These 
diagnostic  developments/ applications  are  part  ot  long  range  program  to  measur 
the  heat  transfer  and/or  vaporization  properties  or  isolated  ores  lets  so  that 
•'.>  computational  models  for  single  droplets  can  De  tested  ana  O)  accurate 
•••ep-esen  tat  ions  of  the  neat  transfer  ana/or  vaporization  of  single  drop.ets 
:.an  z-e  .sea  in  full  spray  simulations. 

T -  _r,NlL.-_  „  IsCUbSION: 

’he  imaging  of  internal  circulation  patterns  within  isolated  droplets 
has  Leer,  carried  out  under  subcontract  at  United  Technologies  Research  Center- 
East  her* fora,  CT,  with  Dr.  Michael  Winter  and  Dr.  3.  M.  Dodos  as  the 
principal  scientists.  The  measurements  of  aropiet  surface  temperatures  r.as 
deen  carried  out  at  the  University  or  Teuas  at  Dallas.  These  two  experiments 
wiii  be  discussed  in  separate  subsections. 

A.  Imaging  of  Internal  Circulation  Patterns 

The  detection  of  internal  circulation  wttnm  dec  an  e  draeiets  mates  use 
of  the  quenching  of  electronical lv  excited  napntnalene  molecules  by  molecular 
oxygen.  Nitrogen  and  decane  are  completely  inert  as  quenchers,  anc  therefore 
the  contrast  ratio,  defined  as  the  ratio  I0,  I  cf  the  naphthalene  iuorescer.ee 
in  tensity  in  tne  absence  of  oxygen,  I0,  tc  tnat  measured  in  tne  presence  zf 
ox  /gen,  I,  dec-ends  only  on  the  oxygen  concentration  in  tne  liquid.  For-  a l - 
saturatec  cyclohexane  the  contrast  ratio  is  o.4.  ana  it  is  e  oectea  tc  ze 
quite  similar’  for  decane. 

’he  liquid  from  wmch  the  droplets  are  generated  car,  oe  purged  zt 
dissolved  oxygen  by  bubbling  nitrogen  through  it  ter  se.erai  minutes.  The 
napt-tr a lene ' decane  droplets  are  then  allowed  tc  fall  into  a  cnamoer  wnicr 
contains  room  temperature  nitrogen  or  air.  It  the  chamber  contains  air’,  then 
oxygen  molecules  absorb  into  the  surface  liquid  ana  quench  tne  naphtnaiene 
f luorescence  there.  Compared  to  the  oxygen-free  liquid,  this  oxygen- 
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con  earning  liquid  appears  dark,  ana  as  it  is  convected  into  cne  cropiet,  a 
dark  zone  appears  m  the  otherwise  generally  unirorm  napnthaiene  f luorescence. 

The  -fourth,  harmonic  of  a  Nd:  "A3  laser  at  Zbo  nm  was  focused  into  a  tmn 
sheet,  aporo;:  imately  cO  microns  wide,  and  this  sneet  was  used,  as  nearly  as 
sossiole,  to  illuminate  an  equatorial  section  of  a  300-500  micron  diameter 
droplet.  The  fluorescence  at  right  angles  was  magnified  and  imaged  onto  a 
two— z  1  mens i cna  1  v  idicon  camera,  su.cn  tnat  a  resolution  of  5  microns  per  Pixel 
was  Detained.  The  images  obtained  in  tms  fashion  require  correction  for 
background  in  the  detector,  for  tne  distribution  of  excited  states  witnin  the 
aroplet,  ar.j  for  refraction  of  tne  fluorescence  oy  the  front  r.ai^  z-  ;ne 
droplet.  The  f irst  correction  requires  a  simple  suotracticn.  The  second 
correction  is  achieved  by  calculating,  pixel  by  Pixel,  the  ratio  of  the 
oac  kg  round  corrected  image  oo  tamed  for  a  droplet  falling  into  ox. gen  to  the 
background  corrected  image  obtained  for  an  identically  arranged  droplet 
-ailing  into  nitrogen.  Trie  third  correction  has  not  yet  Deen  applied:  tne 
general  effect  of  the  refraction  is  that  elements  of  the  u.ncorrectea  image 
appeal-  displaced  toward  the  surface,  l . e. ,  penetration  of  oxygen-containing 
fluid  toward  the  droplet  center  appears  to  be  less  than  it  actually  is. 

-igure  1  shows  the  result  obtained.  The  dark  looes  are  o-ygen-contaming 
1 : quid  which  has  been  convected  from  the  surface  of  the  d  res  let  into  the 
c rep  jit . 

These  studies  are  believed  to  be  tne  first  experimental  demonstration 
mat  internal  circulation  occurs  in  dropiecs  wnose  sices  approach  tne  sices  o- 
drep lets  within  sprays.  However,  it  has  not  yet  oeen  proven  that  tnese 
internal  circulation  patterns  are  the  result  of  aerodynamic  snear  forces, 
sice  tne  process  of  droplet  ejection  from  the  nozzle  may  also  cause  intern*, 
circulation,  work  >3  underway  to  separate  these  effects. 

r .  Measurement  of  Surface  Temperatures 

E.xcipIsx  thermometry  has  deen  demonstrated  previously  oy  Helton  ana 
cower:- erg. 1  Recent  work  oy  Stuff ledeam  nas  confirmed  that  spatially  precise 
temperature  measurements,  accurate  to  approximately  1  °C.  can  ce  cotaineo.2 
5y  measuring  the  temperature-dependent  ratio  of  the  monomer  fluorescence 
intensity  to  tnat  of  the  exciplex  and  comparing  this  ratio  to  laboratory 
cal  ibrations,  the  temperature  of  a  droplet  can  oe  determined  r.on-intrusi  veiv . 
In  addition,  if  the  exciplex  thermometry  system  is  compounded  with  strongly 
aosoroing  moieciues  at  relatively  high  concentrations,  tne  optical  density  can 
be  sufficiently  nigh  that  virtually  all  of  the  incident  laser'  beam  is  aosoroed 
witnin  a  *ew  microns  of  the  surface.  Since  the  diagnostic  fluorescence  tnen 
originates  only  at  the  surface,  the  temperature  so  determined  is  a  'surface 
temperature1' . 

in  tne  e  penmens  described  here,  a  single  droplet  conSsimna  ~  iv-3  it 
pyrene  ^ai Is  f. 0  cm  tn rough  a  nested  crass  cylinder  and  is  intercepted  bv  a 
laser'  oeam  at  an  optical  port,  approximately  150  msec  after  entering  the 
cylinder.  The  droplet  generation  rate  is  set  sufficiently  lew  that  the  hot 
nitrogen  purge  gas  'linear  velocity  approximately  0.1  m/sec  Purges  the  fall 
path  oetween  droplets.  The  resulting  fluorescence  is  imaged  onto  an  GMA  III 
detector,  and  by  comparison  with  standard  spectra  obtained  from  the  same 
solution  in  a  capillary  at  known  temperatures,  the  surface  temperature  can  oe 
determined.  For  excitation  of  7  x  10-3  pyrene  witn  a  nitrogen  laser  at  337 
nm,  *5  07.  of  the  incident  light  is  absorbed  within  26  microns  of  the  surface  of 
the  230  micron  diameter  droplet,  i.e.,  within  roughly  one— -ifth  of  tne  radius. 
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The  possitu i ; tv  ot  oerturoation  or  tne  droplet  temperature  oy  energy 
adsorbed  -from  the  prcoe  laser  was  tasted  Dy  comparing  droplet  temperatures 
measures  with  tne  unfocused  nitrogen  laser  beam  normal  operations  and  with  a 
oaoesti-  -focused  approximate  10;  increase  in  intensity)  laser-  oeam.  These 
temper  a  tore  measurements  were  consistently  witnin  i-Z  °C. 

In  addition  to  tne  exciPie;.'  tnermometry  measurements,  the  diameter  or 
:te  drc=iet,  immediately  after  leaving  tne  droplet  generator'.  jtam.  and  at  the 
■optical  port,  ipoy,,  was  determined  oy  standard  pnotcm i crosccp-  techniques 
with  st*'  Qo  os  cop  i  c  oackl  ignting  and  a  standard  reticle. . 

In  early  experiments  wicn  nexadecane  <EF  1ST  °C)  as  the  solvent 
Sw.C5 cantiai  evaporation  '.approx,  40/.  volume  loss.)  was  oo served  with  amoienc 
t emceratures  as  low  as  150  °C.  Subsequently,  Dow  Corning  100  neat  transfer 
fluid  ■.  viscosit..  5  cp  at  25  °C,  soiling  range  720-330  °C  at  1  atm-  was  .sec  in 
order  to  cotain  data  in  whic.n  droplet  neatup  mignt  be  more  clearly 
distinguished  from  droplet  evaporation.  Taole  I  summarizes  tne  data  oDtameo 
thus  far  in  wnat  is  oeiievea  to  oe  the  first  ncn-intru.si -e  aeterminat ion  o* 
droplet  surface  temperatures. 


Table  I 

iurfacs  Temperatures  and  Evaporation  of  DC- 
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This  preliminary  data  show  several  interesting  elements.  Substantial 
evaporation  can  occur  at  ambient  temperatures  well  below  tr.e  liquid  coiling 
point.  The  surface  temperature,  even  after  1 50  nsec,  is  well  below  tne 
ambient  temperature.  The  volume  loss  tnrougn  evaporation  seams  to  begin  quite 
aofuptl,..  These  and  other  effects  will  be  pursued  tnrougn  more  detailed 
e  pennants.  In  addition,  in  the  near  future,  tne  apparatus  wiii  be  modified 
to  allow  ooservation  of  the  droplet  at  any  point  in  tne  path,  i.e. .  to  allow 
tatarrr-inat  ion  of  tne  surface  temperature  as  a  function  or  time  in  the  nested 

Z  rno, 


F  Er  ~  EE;  JuE - 

1.  Ml rs\-  ana  l.  h.  Melton,  "ciuore«cence  Methco5  tor'-  Zer,  emunatx  on  zi 
"emper atu  re  in  Fuel  Sprays'1.  mpoI.  Cpt.,  24,  2^27  '1785.'. 

2.  J.  n.  Stuff lebeam,  E.ciPiex  Fluorescence  Thermometry  of  Liquid  Fuel ' . 

hpp 1 .  Spectroscopy,  43,  274  t 1C8F • . 


COUPLING  BETWEEN  GASDYNAMICS  AND  MICROWAVE 
ENERGY  ABSORPTION 

(AFOSR  Grant  No.  89-0312) 


279 


Principal  Investigator  Charles  L.  Merkle 


Department  of  Mechanical  Engineering 
104  Research  Bldg.  Bigler  Rd. 
University  Park,  PA  16802 


SUMMARY/OVERVIEW: 

A  comprehensive  analytical  model  of  the  tmcrowave-gasdynamic  interaction  is  being 
developed  based  on  numerical  techniques.  A  coupled  solution  of  Maxwell's  equations  and  the 
Navier-Stokes  equations  is  being  used  to  determine  the  characteristics  of  the  resulting  plasma  and 
its  controllability,  absorption  efficiency,  and  potential  for  propulsion  applications.  This  represents 
the  first  two-dimensional  model  ever  attempted  and  is  to  be  used  in  conjunction  with  companion 
experiments  to  ascertain  the  scientific  feasibility  of  microwave  propulsion. 

TECHNICAL  DISCUSSION 

Microwave  energy  promises  to  provide  capability  for  obtaining  attractive  propulsion 
performance,  but  detailed  questions  concerning  its  scientific  feasibility  must  first  be  addressed. 

The  present  effort,  in  connection  with  the  comparison  experimental  effort  by  Micci,  represents  a 
program  to  provide  information  upon  which  these  feasibility  assessments  can  be  made.  In  this 
regard,  it  is  appropriate  to  compare  the  issues  in  the  feasibility  of  microwave  propulsion  with  those 
for  laser  and  solar  thermal  propulsion. 

Of  the  three  systems,  laser  propulsion  has  seen  the  most  concerted  research  efforts.  The 
prospects  on  the  basis  of  scientific  feasibility  are  also  very  good.  The  high  energy  fluxes  in  a 
focussed  laser  beam  ensure  near  complete  energy  transfer  in  very  short  distances.  The  flexibility 
provided  by  optical  wavelength  radiation  means  the  location,  shape  and  size  of  the  absorbing 
volume  can  be  easily  controlled  by  lenses  and  fluid  mechanical  considerations.  Major  drawbacks 
of  laser  propulsion  lie  with  the  development,  and  efficiency  of  large  size  lasers  and  with  the 
availability  of  necessary  pointing  and  tracking  accuracy. 


Solar  propulsion  differs  from  laser  propulsion  in  that  the  energy  is  currently  being  beamed 
to  locations  of  interest  Further,  there  is  no  cost  associated  with  its  generation.  The  major 
question  regarding  the  feasibility  of  solar  thermal  propulsion  concerns  the  capability  for  coupling 
the  radiation  energy  into  the  directed  motion  of  the  working  fluid.  Thermodynamic  limits  restrict 
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the  maximum  energy  fluxes  to  which  solar  energy  can  be  focussed  These  levels  are  considerably 
below  the  intensities  needed  for  sustaining  a  densely  absorbing  plasma  in  pure  hydrogen.  Addition 
of  trace  alkali  species  may  be  sufficient  to  realize  efficient  coupling,  but  the  final  verdict  awaits 
additional  experimental  evidence. 

The  primary  question  concerning  microwave  propulsion  centers  around  the  degree  to  which 
the  location  of  the  absorbing  plasma  can  be  controlled  so  as  to  prevent  arcing  to  the  wall  and  wall 
erosion.  The  longer  wavelength  of  microwave  energy  ensures  complete  absorption  at  low  power 
levels.  Representative  peak  temperatures  (<  10,00OK)  suggest  lower  wall  heat  loading  than  in  the 
laser  case,  and  the  efficiency  and  relative  compactness  of  microwave  sources  also  represent 
advantages.  The  present  analytical  effort  is  directed  at  studying  the  detailed  characteristics  of 
microwave  plasmas,  and  at  addressing  the  questions  concerning  the  controllability  of  the  heating 
volume  as  well  as  scale-up  issues. 

The  coupled  Maxwell  and  Navier-Stokes  equations  are  being  solved  simultaneously  by 
numerical  means  to  provide  understanding  of  the  details  of  the  interaction.  To  date  calculations 
have  included  cases  with  specified  heat  absorption  to  understand  the  basic  nature  of  the  flow  in  the 
experimental  apparatus  and  cases  in  straight  ducts  with  fully  coupled  microwave- gasdynamic 
interactions.  To  date  buoyancy  and  re-radiation  losses  have  been  ignored,  but  these  are  to  be 
added  soon.  Comparison  of  predicted  temperature  profiles  with  experimental  measurements  which 
are  just  getting  underway  will  be  made  to  check  the  accuracy  of  the  model. 

Representative  results  for  the  uncoupled  calculation  (specified  energy  absorption)  are 
shown  in  Fig.  1  for  a  geometry  and  flow  conditions  corresponding  to  the  experimental  effort  As 
can  be  seen,  the  spherical  bulb  on  the  flow  tube  gives  rise  to  a  recirculation  region.  Parametric 
studies  concerning  the  location  and  strength  of  the  heat  absorption  region  show  the  size  of  this 
recirculation  zone  changes  dramatically  with  flow  conditions.  The  sensitivity  of  the  flow  field  to 
this  uncoupled  problem  demonstrates  the  importance  of  knowing  details  of  the  flow  in  the 
absorption  regime  if  appropriate  flow  passage  geometries  and  imposed  fields  are  to  be  determined. 

Corresponding  results  from  calculations  of  the  fully  coupled  problem  with  electrical 
conductivity  given  as  a  function  of  temperature  are  shown  in  Fig.  2.  Perhaps  the  most  striking 
aspect  of  this  calculation  is  the  degree  to  which  the  electric  field  is  restructured  by  the  conducting 
medium.  The  flow  conditions  for  this  calculation  are  chosen  to  match  experimental  conditions  and 
the  power  absorption  of  270  Watts  is  also  representative  of  experimental  conditions.  Peak 
temperatures  here  are  probably  somewhat  overstated  because  of  the  use  of  constant  specific  heats. 
The  streamlines  show  the  expected  deviation  around  the  heating  zone,  and  the  downstream  cooling 
caused  by  thermal  conduction  is  also  noted. 


Fig.  1  Effect  of  specified  heat  addition  on  flow  through  sphere-cylinder  combination. 
Re  =  80;  Q  =  300W. 


Fig.  2  Predictions  of  the  fully  coupled  problem  for  microwave  absorption  in  flowing 
gas  in  a  circular  pipe  showing  (a)  streamlines  and  (b)  temperature  contours 
with  superimposed  electric  field  (E2).  Re  =  450;  Q  =  270W. 
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SUMMARY/OVERVIEW : 

Our  research  involves  the  use  of  uv  laser  photochemistry  (single  or  mul¬ 
tiphoton)  for  the  purpose  of  enhancing  ignition  and  steady- state  combustion  of 
reactive  gases  related  to  air-breathing  propulsion  systems  as  well  as  for 
using  it  as  a  tool  to  better  understand  the  details  of  the  relevant  heat- 
release  chemical  processes .  Our  approach  has  been  to  investigate  the  underly¬ 
ing  physical  phenomena  which  govern  the  ignition  behavior  of  reactive  gases 
upon  irradiation  by  focussed  uv  laser  light  as  well  as  to  study  the 
photochemical  mechanisms  that  are  involved.  Our  attention  is  focussed  on  reac¬ 
tive  systems  relevant  to  hypersonic  propulsion,  i.e.  Hj/C^  and  ^/air,  and  on 
laser  systems,  such  as  the  ArF  excimer  laser  (193  nm) ,  which  might  possibly  be 
used  in  a  practical  application.  Recent  work  has  demonstrated  that  the  laser 
ignition  properties  of  these  gases  is  strongly  influenced  by  atmospheric  at¬ 
tenuation  of  the  ArF  laser  beam,  although  the  reasons  for  this  effect  are  not 
yet  clear.  In  addition,  we  have  uncovered  preliminary  indications  that  spin- 
orbit  effects  in  the  oxygen  atom  may  be  significant  in  ArF  laser  studies  of 
(^-containing  flows  and  may  play  an  important  role  in  high-speed  low  pressure 
reactive  flows. 

TECHNICAL  DISCUSSION 

A.  UV  Laser  Ignition  Studies 

Last  year  we  reported  that  a  broadband  ArF  excimer  laser  (193  nm)  was 
capable  of  igniting  a  premixed  flow  of  H2/O2  quite  efficiently  (less  than  1  mJ 
pulse  energy  required),  a  behavioi  similar  to  our  previous  observations  at 
other  wavelengths,  i.e.  226  nm  (0-atom  two-photon  resonance)  and  243  nm  (H- 
atom  two-photon  resonance).  We  speculated  at  that  time  that  efficient  genera¬ 
tion  of  "seed"  electrons  in  the  laser  focal  volume  which  lead  to  microplasma 
formation  may  have  been  the  result  of  multiphoton  ionization  (MPI)  of  O2  via 
the  Schumann- Runge  (S-R)  bands  (1+1  process),  or  from  MPI  of  H2  via  the  E,F 
states  (2+1  process),  or  both.  Definitive  experiments  to  resolve  this  question 
await  the  arrival  of  a  tunable  ArF  laser  system  in  our  laboratory  in  the  near 
future.  However,  in  the  course  of  this  work  we  became  concerned  that  the 
values  for  the  incident  laser  energy  (ILE)  that  we  were  measuring  may  depend 
on  the  distance  of  the  ignition  site  from  the  laser  due  to  beam  attenuation  by 
atmospheric  gases,  i.e.  O2  absorption  in  the  S-R  bands.  In  order  to  determine 
the  severity  of  this  potential  problem  we  measured  the  spectral  profile  of  the 
transmitted  ArF  laser  beam  as  propagated  through  20  feet  of  helium  gas  as  com¬ 
pared  to  20  feet  of  air  (Fig.  1).  The  He  data  shows  the  expected  broadband  ArF 
laser  spectral  profile^-  except  for  the  strong  self -absorption  feature  near 
193.1  nm.  The  air  profile,  in  comparison,  clearly  shows  a  number  of  O2  ab¬ 
sorption  line  features^  with  the  laser  beam  attenuation  measured  around  65%. 
However,  the  impact  of  the  atmospheric  attenuation  of  the  laser  beam  on  the 
ignition  behavior  of  a  premixed  H2/O2  flow  appears  to  be  quite  dramatic  (Fig. 
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2).  The  data  in  Figure  2  suggest  that  laser  radiation  within  the  O2  absorption 
spectrum  must  be  important  in  the  ignition  process  otherwise  one  would  not  ex¬ 
pect  to  see  such  a  dramatic  difference.  Clearly,  this  phenomenon  where 
laboratory  air  acts  as  an  "active  optical  filter"  needs  to  be  properly  ac¬ 
counted  for  in  ArF  laser  experiments  that  are  wavelength  specific. 

B.  Photochemical  Studies/Spin-Orbit  Effects/Diagnostics  Development 

Figure  3  shows  a  graphic  illustration  of  the  uv  laser  photochemical  ef¬ 
fect  in  a  H2/O2  flame  where  the  laser  is  set  at  225.6  nm  corresponding  to  the 
two-photon  excitation  process  in  atomic  oxygen.  Similar  types  of  results 
where  the  apparent  O-atom  concentration  was  found  to  be  progressively  higher 
as  the  laser  pulse  energy  was  increased  or  the  focal  length  shortened  have 
been  observed  previously  and  attributed  to  single -photon  photolysis  of  O2  in 
the  hot  region  of  the  postflame  gases.  These  results  underscore  the 
photochemical  potential  of  uv  lasers  in  this  wavelength  region  and  strongly 
suggest  that  lasers  operating  in  the  200-250  nm  range  may  enhance  combustion 
chemistry  in  fast  reactive  flows,  such  as  found  in  scramjet  engines,  where  the 
temperature  of  the  shock-heated  air  will  be  much  higher  than  that  of  the  am¬ 
bient  air. 

When  photons  from  an  ArF  laser  beam  are  absorbed  by  O2 ,  the  excited 
molecules  predissociate  very  rapidly  such  that  more  than  99%  of  these  excited 
molecules  break  apart  to  form  oxygen  atoms  in  the  ground  electronic  state  (2p 
JP)  .  However,  this  0-atom  state  is  split  into  three  spin-orbit  J  states  which 
give  rise  to  the  frequently  seen  spectral  "triplet"  in  fluorescence/ionization 
excitation  scans  or  ignition  spectral  scans  around  226  nm.  Very  little  atten¬ 
tion  has  been  paid  to  the  nascent  distribution  of  these  oxygen  atoms  into  the 
different  spin-orbit  states  upon  photolysis  or  as  reaction  products,  but  this 
could  be  important  in  air-breathing  combustion  applications,  particularly  in 
low  pressure/high  flow  speed  conditions  where  there  may  not  be  sufficient 
time/collisions  to  "thermalize"  these  three  states.  The  reason  for  this  is 
that  a  substantial  difference  in  the  elementary  reaction  rate  constants  for 
the  three  different  0-atom  spin-orbit  states  may  exist  even  for  such  important 
combustion  reactions  as  0(^?2  1  g)  +  Hj  ->  products.  Such  spin-orbit  state 
specific  rate  constant  difference's  have  been  previously  observed  in  atoms  like 
Br,  F,  I,  Ca,  and  Sr  (typically  factors  of  2-10)  with  extreme  cases  showing  5 
orders  of  magnitude  differences.^  Figure  4  shows  a  clear  case  of  non- 
statistical  behavior  in  the  photolysis  of  O2  by  the  ArF  laser. 

We  have  completed  an  initial  study  related  to  laser  diagnostic  develop¬ 
ment  for  transient  species  such  as  the  H2CN  radical  which  are  important  in 
flames  involving  oxides  of  nitrogen.  We  are  using  the  photolysis/probe  tech¬ 
nique  to  detect  such  radicals  starting  with  scable  parent  molecules  in  the  gas 
phase.  Figure  5  shows  the  nascent  OH  radical  distribution  resulting  from 
photolysis  of  the  parent  acetaldoxime  molecule  HCCH^CNOH. 
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Figure  1.  Transmitted  broadband  ArF  laser  intensity  through 
He  and  Air.  Pathlength  *  20  feet. 
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Figure  2.  Effect  of  ArF  laser  attenuation  by 
laboratory  air  on  ignition  of  ^/On  premixed 
gases.  A)  Pathlength-20  feet,  B)  l4thlength 
■  1  foot. 


Figure  3.  O-atom  profile  in  a  fuel-lean  H2/O2 
flame  (laser  -  225.6  nm).  a)  laser  pulse  energy 
-0.35  mJ,  focal  length-300  mm,  b)  laser  pulse 
energy-0.8  mJ,  focal  length- 100  mm. 
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Figure  4.  O-atom  spin-orbit  state  distribution  from  ArF  laser  photolysis 
of  Oj.  Nascent  conditions:  02=160  mtorr,  40  nsec  delay.  Thermalized 
conditions:  02=300  mtorr,  ^=8  ton,  40  nsec  delay. 
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Figure  5.  Excitation  spectrum  near  OH  A-X  (2,1)  band  origin 
for  photodissociation  of  acetaldoxime  under  nascent  conditions. 
Lines  of  the  (1,0)  band  and  of  the  (2,1)  Qj  branch  are  marked. 
The  pressure  and  pump/probe  delay  were  4  mton  and  3  /ise c, 
respectively. 
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SUMMARY/OVERVIEW: 

Non-traditional  means  of  attaining  combustion  initiation  and  augmentation,  referred  to 
here  as  enhancement,  may  find  an  important  application  in  the  field  of  supersonic  combustion 
as  it  relates  to  SCRAMJET  engine  research.  As  part  of  a  larger  project  funded  by  both  NSF 
and  AFOSR,  gas  phase  processes  induced  by  high  energy  electron  impacts  are  being  studied. 

The  salient  feature  of  this  research  involves  the  in-situ  creation  of  a  dilute,  non-thermal  plasma 
having  a  high  concentration  of  free  radicals.  These  species,  when  formed  in  gaseous  reactants 
such  as  H2/air  and  CH4/air,  initiate  the  chain  branching  reactions  leading  to  ignition  of  the 
reactants.  This  research  is  expected  to  provide  a  greater  understanding  of  the  various  mecha¬ 
nisms  associated  with  combustion  enhancement.  Progress  on  the  experimental  and  analytical 
aspects  of  the  project  are  described  below. 

TECHNICAL  DISCUSSION: 

This  project  is  conveniently  divided  into  three  parts:  (1)  development  of  a  1  kW  electron 
beam  facility  for  use  in  combustion  enhancement  experiments,  (2)  development  also  of  a  diag¬ 
nostic  technique  for  the  detection  of  free  radicals  such  as  H,  O,  and  N  atoms,  and  (3)  modeling 
of  electron  transport  through  a  gas.  These  topics  are  discussed  below. 

ELECTRON  BEAM  FACILITY 

The  beam  facility  has  been  design,  constructed,  and  is  now  undergoing  preliminary  testing 
at  low  power  (in  the  100  W  range).  In  the  course  of  developing  the  apparatus,  modification  of 
the  original  facility  design  (as  described  in  last  year’s  report)  has  occurred.  The  addition  of  a 
pre-chamber  connected  to  a  2  cubic  meter  vacuum  reservoir  was  necessary  for  providing  the 
large  mass  flow  rates  experienced  by  the  vacuum/air  aperture.  With  this  modification,  exper¬ 
imental  run  time  is  limited  to  approximately  10  seconds  by  the  pressure  rise  (to  10  Torr)  in  the 
vacuum  tank.  However,  this  period  of  time  is  much  longer  than  is  required  for  conducting 
experiments.  Another  change  is  concerned  with  the  powering  of  the  filament  of  the  diode  gun. 
An  oil  insulated  isolation  transformer  outside  the  vacuum  chamber  was  developed  and  is  now  in 
use  along  with  a  new  DC  power  supply  capable  of  supplying  8  mamps  of  current  at  120  kV. 
Thus  the  capability  now  exists  to  conduct  experiments  with  120  keV  electrons  directed  into 
various  gases  at  pressures  up  to  one  atmosphere. 

DIAGNOSTIC  APPARATUS 

Figure  1  is  a  schematic  diagram  of  the  apparatus  and  instrumentation  we  are  using  to 
detect  atomic  free  radicals.  It  is  an  intrusive,  direct  sampling  technique  employing  resonant 
absorption  for  the  detection  of  H,  O,  and  N  atoms  in  a  jet  of  gas  expanding  into  a  vacuum 
chamber.  The  presence  of  a  particular  atomic  species  is  detected  by  a  reduction  in  the  amount 
of  transmitted  radiation  at  the  resonant  frequency.  Because  the  wavelengths  involved  in  this 
study  are  in  the  vacuum  ultraviolet  region  of  the  spectrum,  an  evacuated  monochromator  is 
required.  Signal  detection  is  by  way  of  a  PMT  and  recording  is  accomplished  with  a  dual 
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channel  digital  storage  scope.  Currently,  the  apparatus  is  being  used  for  quantitative  analysis  of 
H  atoms  originating  from  closed  volume  combustion  of  stoichiometric  H2/air  mixtures.  For  this 
analysis  both  the  lamp  emission  temperature  and  degree  of  self  absorption  are  needed.  Figure  2 
shows  two  lamp  emission  profiles  for  the  hydrogen  line  obtained  with  a  315  gr/mm  Eschelle 
grating  used  in  47Th  order.  Lamp  doppler  broadening  and  self  absorption  can  easily  be  deter¬ 
mined  from  such  data.  Two  signals  recorded  at  different  lamp  self  absorption  levels  are  shown 
in  Figure  3.  They  demonstrate  the  potential  of  the  technique  for  providing  a  relatively  simple 
diagnostic  technique  for  atomic  free  radicals.  Analysis  of  these  signals  will  yield  quantitative 
measurements  of  the  concentrations  during  combustion. 

ELECTRON  TRANSPORT  MODELING 

The  third  part  of  the  project  is  nearly  complete  with  the  development  of  a  computer  code 
to  predict  the  trajectory  of  high  energy  electrons  passing  through  a  gas.  The  method  used  is  a 
single  scattering  Monte  Carlo  routine  utilizing  an  energy  loss  relation  that  can  be  change 
depending  on  the  type  of  gas  under  consideration  Figure  3  shows  two  contour  plots  of  proba¬ 
bility  density  for  electron  passage  through  two  downstream  locations  from  the  "vacuum/air" 
aperture.  These  plots  are  a  result  of  following  the  paths  of  10,000  electrons  with  an  initial 
energy  of  100  keV  as  they  pass  through  an  atmosphere  of  helium  at  standard  conditions.  From 
such  data,  we  have  gain  a  better  understanding  of  the  behavior  of  high  energy  electrons  as  they 
pass  through  a  gaseous  medium.  Future  use  of  this  model  will  be  in  the  analysis  of  data  from 
combustion  initiation  experiments.  The  computer  code  is  capable  of  handling  gases  with  vari¬ 
able  composition  and  density.  Energy  required  to  initiate  combustion  can  be  obtained  by  mak¬ 
ing  only  a  few  experimental  measurements  and  then  using  the  code  to  provide  the  detailed 
information  about  the  energy  deposition  process. 
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SUMMARY  OVERVIEW: 

This  research  is  concerned  with  the  development  and  application  of  new 
techniques  for  reducing  the  complexity  of  kinetic  schemes  arising 
particularly  in  combusion  systems.  Advanced  techniques  from  sensitivity 
analysis,  formal  system  lumping  and  Lie  Group  theory  are  being  adapted  for 
this  purpose.  The  emphasis  in  this  work  is  on  the  systematic  aspects  of 
model  reduction  including  the  assessment  of  whether  a  given  system  may  be 
reduced  successfully  and  the  development  of  practical  means  for  doing  so. 
This  work  is  being  carried  out  in  collaboration  with  Dr.  R.  Yetter  at 
Princeton  and  Dr.  C.  Wulfman  at  the  University  of  the  Pacific. 


TECHNICAL  DISCUSSION: 

Realistic  combustion  systems  inevitably  involve  complex  chemical 
reactions  as  well  as  transport  processes.  An  important  goal  of  combustion 
measurements  and  theory  is  the  achievement  of  practical  models  ultimately  for 
design  purposes.  Serious  limitations  will  arise  if  it  becomes  necessary  to 
include  the  full  complexity  of  the  chemical  processes  as  well  as  transport. 
This  realization  has  motivated  a  number  of  attempts  to  generate  lumped  or 
reduced  combustion  mechanisms.  These  latter  efforts  have  largely  been  guided 
by  intuition,  and  the  present  research  is  concerned  with  the  development  and 
application  of  a  systematic  means  for  this  purpose.  The  overall  problem  is  a 
complex  one  and  several  approaches  are  being  simultaneously  pursued  as 
described  below. 

A.  Application  of  local  sensitivity  analysis  for  model  reduction.  This 
work  has  been  concerned  with  the  calculation  of  local  sensitivity  gradients 
and  their  utilization  as  indicators  of  model  reduction.  In  particular,  we 
have  studied  laminar  premixed  flames  involving  complex  mechanisms. 
Calculations  were  performed  on  ^-Air  systems.  Sensitivity  functions  were 
evaluated  and  studied  for  the  diffusion-free  situations,  both  isothermal  and 
adiabatic,  as  well  as  for  steady  premixed  flames.  In  the  diffusion- free 
cases,  most  reactions  of  the  38 -step  mechanism  were  shown  to  be  influential 
in  a  distinct  fashion.  The  form  of  the  sensitivity  functions  was,  however, 
radically  changed  and  rendered  self- similar  by  simultaneous  thermal  coupling 
and  diffusion  that  introduced  strong  nonlinear  coupling  among  the  variables. 
Due  to  self-similarity  within  the  sensitivity  coefficients,  the  mechanism  was 
reduced  to  15  reactions  while  keeping  the  temperature  profile  and  the  mass 
fraction  profiles  of  the  molecular  species  almost  unchanged  in  the  flame 
calculations.  Furthermore,  there  existed  an  invariant  subspace  in  the  space 
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of  kinetic  parameters  such  that  large  parameter  perturbations  along  any 
vector  in  the  subspace  resulted  in  relatively  small  changes  in  the  component 
flame  properties.  It  was  thus  possible  to  identify  a  sequence  of  reduced 
models.  It  was  found  that  the  existence  of  these  reductions  depended 
critically  on  the  presence  of  molecular  and  thermal  diffusion. 

B.  A  general  analysis  of  approximate  lumping  in  chemical  kinetics.  This 
research  is  based  on  applying  formal  matrix  projection  techniques  to  the 
kinetic  equations  with  an  emphasis  on  establishing  the  rigorous  criteria  for 
system  lumping.  These  criteria  have  now  been  utilized  to  establish  a  general 
analysis  for  approximate  lumping.  Under  the  constraint  that  the  lumped 
equations  have  the  same  general  form  as  the  original  set,  this  analysis  can 
be  applied  to  any  reaction  system  with  n  species  described  by  dy/dt  -f(y) , 
where  y  is  an  n-dimensional  vector  and  f(y)  is  an  arbitrary  n-dimensional 
function  vector.  We  considered  lumping  by  means  of  a  rectangular  constant 
matrix  M(i.e.,  y-My,  where  M  is  row-full  rank  matrix  and  y  has  dimension  h 
not  larger  than  n) .  The  lumped  kinetic  equations  have  the  same  form 
dy/dt  -  Mf(My)  as  that  for  an  exactly  lumped  one,  but  depend  on  the  choice  of 
the  generalized  inverse  M  of  M.  When  the  lumping  matrix  M  satisfies  the 
restriction  MMT  -  l£,  MT  is  a  good  choice  of  the  generalized  inverse  of  M. 

The  equations  to  determine  the  approximate  lumping  matrices  M  have  been 
developed.  These  equations  can  be  solved  by  iteration.  An  approach  for 
choosing  suitable  initial  iteration  values  of  the  equations  was  illustrated 
by  several  examples.  The  overall  utility  and  limitations  of  this  approach 
are  being  explored. 


C.  Lie  group  techniques  for  global  kinetic  analysis.  This  work, 
particularly  in  constrast  to  that  of  paragraph  A  above,  is  based  on 
determining  and  analyzing  global  sensitivity  behavior  of  kinetic  systems. 

This  work  is  being  carried  out  by  means  of  special  Lie  groups.  We  have  been 
able  to  establish  a  number  of  properties  of  the  transformation  groups  that 
map  elementary  kinetic  equations  into  new  elementary  kinetic  equations  with 
locally  altered  rate  constants.  The  chemical  significance  of  these 
transformations  has  been  assesed  by  applying  them  to  nonlinearly  coupled 
kinetic  systems.  Twelve  distinct  groups  of  mappings  were  identified.  Some 
of  the  mappings  were  effective  in  making  changes  in  input/output  fluxes  on 
concentrations  and  their  compensation  by  changes  in  other  rate  constants.  A 
number  of  mappings  will  transform  nonlinear  kinetic  equations  into 
approximately  linear  kinetics  valid  in  regions  larger  than  those  obtained  by 
standard  methods.  In  special  cases  the  linearization  is  globally  exact. 

Some  mappings  may  also  create  lumped  concentration  variables  to 
systematically  simplify  the  number  of  kinetic  equations.  The  global  mappings 
may  be  characterized  by  the  functions  of  rate  constants  and  concentrations 
that  they  leave  invariant.  Although  the  mappings  can  produce  large  changes 
in  the  rate  constants  and  concentrations,  none  of  these  mappings  change  the 
topology  of  the  concentration  phase  plots  as  they  map  a  phase  plot  determined 
by  one  set  of  initial  conditions  and  rate  constants  into  that  determined  by 
transformation  of  initial  conditions  and  rate  constants.  Current  work  with 
these  Lie  techniques  is  focused  towards  developing  better  approximations  as 
well  as  establishing  practical  means  for  wider  use  of  these  techniques. 
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SUMMARY/OVERVIEW 

The  performance  of  ramjets  burning  slurry  fuels  (leading  to  condensed  oxide  aerosols  and 
liquid  film  deposits),  gas  turbine  engines  in  dusty  atmospheres,  or  when  using  fuels  from  non- 
traditional  sources  (e.g.,  shale-,  or  coal-derived),  depends  upon  the  formation  and  transport  of 
small  particles  across  non-isothermal  combustion  gas  boundary  layers  (BLs).  Even  airbreathing 
engines  burning  "clean"  hydrocarbon  fuels  can  experience  soot  formation/deposition  problems 
(e.g.,  combustor  liner  burnout,  accelerated  turbine  blade  erosion  and  "hot"  corrosion). 
Moreover,  particle  formation  and  transport  are  important  in  many  chemical  reactors  used  to 
synthesize  or  process  aerospace  materials  (turbine  blade  coatings,  optical  waveguides,  ...). 
Accordingly,  our  research  is  directed  toward  providing  chemical  propulsion  systems  engineers 
and  materials-oriented  engineers  with  new  techniques  and  quantitative  information  on  important 
particle-  and  vapor-mass  transport  mechanisms  and  rates. 

An  interactive  experimental/theoretical  approach  is  being  used  to  gain  understanding  of 
performance-limiting  chemical-,  and  mass/energy  transfer-phenomena  at  or  near  interfaces.  This 
includes  the  development  and  exploitation  of  seeded  laboratory  flat  flame  burners  (Section  1), 
flow-reactors  (Section  3),  and  new  optical  diagnostic/spectroscopic  techniques.  Resulting 
experimental  rate  data,  together  with  the  predictions  of  asymptotic  theories,  are  then  used  as  the 
basis  for  proposing  and  verifying  simple  viewpoints  and  effective  engineering  correlations  for 
future  design/optimization  stu&es. 

TECHNICAL  DISCUSSION 

l.  Seeded  flame  Experiments  on  Submicron  particulate  transport  Rates 

As  described  in  recent  years,  we  have  developed  and  exploited  seeded,  atmospheric 
pressure  flat  flame  burner  techniques  combined  with  laser  optical  probing  of  chemically  inert, 
reflective  targets  (e.g.,  Pt  ribbons)  and  diffusion  boundary  layers  to  study  rates  of  chemical  vapor 
deposition,  submicron  particle  deposition  and  condensate  evaporation  (e.g.,  6303(1), 
Na2S04+K2S04(l))  under  well-characterized  conditions  amenable  to  theoretical  investigation 
(Section  2)  and  systematic  physicochemical  model  development.  During  this  past  year  our 
emphasis  has  been  on  the  development  of  a  TiCl4(g)-seeded  low  strain-rate  counterflow  diffusion 
flame  technique  (Fig.  1)  for  determining  the  thermophoretic  diffusivity,  (octD)p,  of  flame- 
generated  submicron  Ti02(s)  "soot"  particles.  Our  diffusivity  inference  is  based  on  me  existence 
of  an  easily  measured  thermophoretically-induced  particle-free  ("dark")  zone  on  either  side  of  the 
diffusion  flame  sheet.  Earlier  we  reported  (Gomez  et  al.,  1988)  that  inferred  (arD)p-values  based 
on  observed  dark-zone  thicknesses  and  observed  (thermocouple)  temperature  gradients,  but 
computed  gas  velocities  were  within  10%  of  values  expected  using  a  Waldmann's  kinetic  theory 
approach  for  spherical  particles.  By  using  LDV  (radial)  velocity  measurements  on  N2-diluted 
flames  we  have  now  confirmed  these  earlier  estimates  and  are  studying  the  dependence  of  the 
inferred  (ajD)p  on  carrier  gas  momentum  diffusivity  (using  helium  substitution).  The  ability  to 
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reliably  measure  and  ultimately  predict  thermophoretic  diffusivities  of  flame-generated  particles 
(carbonaceous  soot,  AI2O3,  S1O2,  TiC>2,  ...)  will  be  important  to  many  technologies,  including 
chemical  propulsion,  materials  fabrication,  and  hot  gas  "clean-up". 

2.  Multiphase  Transport  theory 

Because  of  increasing  interest  in  the  Soret  diffusion  of  large,  highly  nonspherical 
molecules  ( e.g .,  polycyclic  aromatic  soot  precursors  and  large  metal -organic  vapors  used  to 
deposit  thin  films  with  useful  optical  properties)  and  the  thermophoretic  transport  of  nonspherical 
submicron  particles  (e.g.,  long  soot  aggregates)  we  are  continuing  our  work  on  predicting  the 
shape-  and  orientation-dependence  of  their  thermal  diffusion  velocities  (Garcia- Ybarra  &  Rosner, 
1989),  including  the  implications  of  these  effects  for  agglomeration  rates  (Park  &  Rosner, 
1989a).  Of  course,  panicle  size  and  shape  also  affect  Brownian  diffusivities,  and  we  are 
simultaneously  developing  useful  engineering  methods  for  predicting  total  mass  deposition  rates 
from  'coagulation-aged'  distributions  of  particles  —  including  'fractal'  agglomerates  (see,  e.g., 
Rosner,  1989;  and  Rosner  &  Tassopoulos,  1989).  For  convective-diffusion  deposition  Fig.  1 
shows  the  predicted  ratio  of  the  actual  mass  deposition  rate  to  the  (reference)  rate  corresponding  to 
the  hypothetical  case  of  all  particles  in  the  population  having  the  average  size  (volume),  u  =  <t>p/Np 
as  a  function  of  the  spread  of  the  (lognormal)  particle  size  (volume)  distribution  function. 

The  competition  between  particle  inertia  and  particle  thermophoresis  has  also  been 
clarified,  especially  for  the  case  of  axisymmetric  laminar  impingement  flows  toward  overheated 
(or  undercooled)  solid  surfaces  (Park  &  Rosner,  1989b).  Figure  2  shows  the  predicted 
dependence  of  the  "critical"  Stokes  number  (tn/tfiow)  for  inertial  impaction  on  the  wall 
temperature-ratio  and  particle  mass  loading.  In  tne  presence  of  appreciable  radiation  energy 
fluxes,  photophoretic  ("radiometric")  effects  can  also  become  important  for  intermediate  size 
absorbing  particles.  Castillo  et  al.  (1989)  have  shown  that  this  effect,  like  inertia  (Fig.  2)  can 
drive  'illuminated'  particles  on  to  an  "overheated"  surface.  For  undercooled  surfaces 
(Tw/Tg=0.7)  Fig.  3  shows  the  predicted  dependence  of  mass  transfer  coefficient  on  carbonaceous 
particle  radius  (in  multiples  of  the  gas  mean  ffee-path)  and  the  radiation/Fourier  (conduction)  heat 
flux  ratio  (i.e.  the  curve  marked  zero  corresponds  to  the  radiation-free  (reference)  case).  In 
situations  where  the  radiative  fluxes  to  the  wall  are  comparable  to  the  'convective'  (conductive-) 
fluxes  (i.e.  (&/<#  =  0(1))  we  anticipate  (Castillo  et  al.,  1989)  a  noticeable  (ca.  10%)  increase  in  the 
deposition  rates  of  such  particles. 

3.  Gasification  Kinetics  of  solid  boron  and  Pyrolitic  Graphite 

Because  of  the  energetic  potential  of  boron  as  solid  fuel  (or  fuel  additive)  and  the  likely 
role  of  surface  reactions  involving  the  gaseous  oxidants  02(g)  and  B203(g)  in  the  processes  of 
fine  boron-particle  ignition,  combustion  and  extinction,  we  are  obtaining  new  flow  reactor 
measurements,  of  the  intrinsic  kinetics  of  the  gasification  of  B(s)  at  surface  temperatures  between 
about  1300K  and  2100K  (Zvuloni  et  al.,  1989a).  Some  of  the  propulsion  implications  of  these 
measurements  can  be  demonstrated  with  the  help  of  a  diagram  (Fig.  4)  of  (log)  particle  diameter 
vs  (log)  chamber  pressure,  which  not  only  displays  the  onset  of  non-continuum  behavior  but  also 
the  locus  of  expected  particle  extinction  due  to  "passivation"  associated  with  the  kinetically- 
controlled  onset  of  condensed  B2O3  at  the  gas/solid  interface. 

To  make  rapid-response  gas/solid  reaction  rate  measurements  over  a  large  temperature 
range,  we  have  recently  been  improving  and  exploiting  a  sensitive  spectroscopic  technique  called 
microwave-induced  plasma  exitation  (MIPE)  in  which  characteristic  line  emissions  from  atoms  in 
the  gaseous  product  species  of  a  gas/solid  reaction  are  monitored  in  a  low  pressure  flow  reactor 
(Fig.  5).  This  is  a  modified  version  of  our  transonic,  vacuum  flow  reactors  developed  earlier 
under  AFOSR-support  for  studying  important  gas  reactions  with  refractory  solids  (metals,  semi¬ 
metals,  ceramics).  The  reaction  product  vapor  species  are  dissociated  and  photon  emission  from 
the  resulting  boron  (or  carbon)-atoms  is  caused  by  interaction  with  the  products  of  a  microwave 
discharge  plasma  before  leaving  the  reactor.  The  oxidant  B203(g)  is  generated  from  an  upstream 
electrically  heated  folded  metal  "boat"  (vaporization)  source.  Our  results  for  the  inferred  reaction 
probability,  e,  over  the  broad  surface  temperature  range  from  ca.  1300K  to  2050K  are  displayed 
in  Fig.  6.  Note  that  above  about  1400K  (at  the  stated  reactant  pressure  level)  this  gas/solid 
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chemical  reaction  is  remarkably  efficient  —  more  so  than  boron  gasification  by  02(g),  O(g), 
H20(g)  or  C02(g).  This  implies  that  OBOBO(g)  is  able  to  efficiently  chemisorb  over  a  broad 
temperature  interval,  thereby  delivering  an  O-atom  to  form  the  expected  gaseous  product 
molecules  (BO)2  and  BO.  Also  of  considerable  interest  is  the  location  of  the  "low  temperature 
break"  in  the  Arrhenius  diagram  —  i.e.  the  surface  temperature  below  which  the  kinetics  reveals 
oxide-layer  'protective'  behavior  at  the  prevailing  oxidizer  and  water  vapor  partial  pressure. 

Apart  from  studying  the  (surprisingly  modest)  effects  of  the  simultaneous  presence  of 
H20(g)  on  the  abovementioned  surface  reactions  (Zvuloni  etal.,  1989b),  we  have  initiated  mass- 
loss  measurements  of  the  remarkably  efficient  gasification  of  pyrolytic  graphite  by  OBOBO(g) 
(Zvuloni  et  al. ,  1989c).  Indeed,  we  report  experimental  and  thermochemical  evidence  that  at 
surface  temperatures  near  2000K,  not  only  is  each  arriving  OBOBO(g)  molecule  able  to 
chemisorb,  but  each  of  its  three  O-atoms  is  able  to  form  a  CO  molecule  which  desorbs  from  the 
surface  (along  with  2  "naked"  B-atoms).  These  measurements,  which  are  continuing  with 
AFOSR  support,  may  have  important  implications  for  boron-containing  systems  in  which 
suspended  organic  soot,  and/or  pyrolytic  graphite  containment  walls,  are  present. 

CONCLUSIONS,  FUTURE  RESEARCH 

In  the  OSR-sponsored  Yale  HTCRE  Lab  research  during  1988-1989,  only  briefly 
described  here,  we  have  shown  that  new  methods  for  rapidly  measuring  vapor-  and  particle-mass 
transfer  rates,  combined  with  recent  advances  in  convective  mass  transfer  theories,  provide  useful 
means  to  incorporate  important,  but  previously  neglected,  mass  transport  phenomena  in  many 
propulsion  engineering  and  materials  engineering  design/optimization  calculations.  We  are  now 
extending  our  work  on  the  potentially  important  effects  of  new  "phoretic"  phenomena,  high  local 
particle  mass  loading,  'polydispersed'  particle  populations,  non-negligible  particle  inertia,  and 
highly  nonspherical  particles,  aggregates  (or  molecules).  To  shed  light  on  boron  particle  ignition, 
quasi-steady  combustion  and  extinction,  we  are  studying  the  remarkably  efficient  B203(g)/B(s) 
reaction  and  its  B2C>3(g)/C(s)  analog  in  the  broad  temperature  interval:  1300K-2100K,  both  in  the 
absence  and  presence  of  H20(g).  We  are  also  supplementing  these  gasification  kinetic  studies 
with  preliminary  experimental/theoretical  studies  of  the  condensation  kinetics  of  B2C>3(g). 
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Oimensionless  Deposition  Role 


Figure  1.  Deposition  rate  ratio.  R.  vs.  the 
standard  deviation,  Cg.  of  the  aerosol  1*81)  lor 
roAimuu/n  tlilfusitm  of  den x«*  hi  Iraelal  jmiiu.Ii-n 
through  laminar  (1.01.)  or  turbulent  (Till.)  boundary 
layers. 


Figure  2.  Variation  of  Ihc  critical  Stokes  number 
for  particle  impacuon  with  "overheat"  temperature 
ratio,  Tw/Te  at  several  feed  stream  particle  mass 
loadings,  top.  (Re^l.  (orrDp)/vj)e=0.55|. 


Figure  i.  Predicted  dimensionless  deposition 
rates  S  for  chur-likc  paruclc.i  in  „  hinctmn  ol  ll„- 
panicle  parameter  a/I.  for  I,  heal  exchanger 
rarfaee  maintained  at  Tw/T_.0  7  1M.J  different  ratio, 
of  the  radtauve  to  conducuve  heat  Hux  at  the  surface. 


Figure  4.  Boron  particle  combustion  ’map' 
displaying  expected:  l)  diffusion-controlled  or 
Idnetically-con trolled  regime*  for  B^Otfg)  and  02(g) 
reactions  with  the  surface.  2)  transition  to  non- 
continuum  behavior.  3)  domains  of  present  and  past 
experimental  investigations  and  principal  ramjet 
interest,  and  4)  extinction  due  to  surface  passivation 


Figure  5:  Flow  reactor  configuration  for  kincuc 
studies  of  gia/solid  reactions  using  product  detection 
vis  Microwave  Induced  Plasma  Emission 
Spectroscopy  (MIPES).  Configuration  shown 
includes  ’boat  source  of  8203(g)  reactant  vapor 
upstream  of  transverse  boron  filament. 


Tw.  K 


Figure 6:  Experimental  reiulu  (Arrhenius 

diagram)  showing  inferred  reaction  probabilities  for 
gasification  kinetics  of  solid  boron  by  BjOjfg). 
02(g).  H20(g).  and  CO2U)  at  reactant  pressure  0/ 
the  order  of  10*2  p*. 


FUEL  STRUCTURE  AND  PRESSURE  EFFECTS  ON  THE  FORMATION  OF 
SOOT  PARTICLES  IN  DIFFUSION  FLAMES 
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SUMMARY/OVERVIEW: 

The  objective  of  the  present  study  is  to  provide  a  fundamental  understanding  of  soot 
formation  processes  under  conditions  applicable  to  gas  turbine  operation.  Specifically,  the  effects 
of  fuel  molecular  structure  and  operating  pressure  have  been  selected  for  study  using  a  laminar 
diffusion  flame  apparatus.  Measurements  of  particle  inception  and  surface  growth  have  been  of 
primary  interest  for  studies  conducted  during  the  past  year.  Detailed  measurements  of  the 
particle  and  velocity  fields  allow  examination  of  the  evolution  of  the  soot  particle  field  to  obtain 
specific  rate  information.  A  primary  goal  of  the  study  is  to  provide  quantitative  understanding 
of  soot  formation  phenomena  suitable  to  allow  appropriate  model  development.  These  results  are 
deemed  important  to  remedy  current  shortcomings  in  our  present  understanding  of  such 
phenomena.  This  understanding  will  impact  development  of  future  gas  turbine  technology  where 
operation  involves  burning  broader  specification  fuels  at  higher  pressures. 

TECHNICAL  DISCUSSION 

During  the  past  year,  studies  have  concentrated  on  several  areas  of  the  soot  formation 
problem.  Both  atmospheric  and  high  pressure  laminar  diffusion  flames  have  been  investigated. 

A  coannular  diffusion  flame  arrangement  has  been  used  for  both  studies  because  of  its  demonst¬ 
rated  capability  to  produce  stable  flames  over  a  range  of  operating  conditions  [1].  The  measure¬ 
ment  approaches  used  in  these  studies  have  emphasized  non-intrusive  optical  diagnostic  techni¬ 
ques,  such  as  laser  light  scattering  and  laser  anemometry.  These  approaches  have  been  widely 
applied  to  the  study  of  particle  formation  in  several  flame  systems  with  great  success  [2].  The 
fuel  molecular  structure  studies  have  been  conducted  in  a  series  of  flame  in  which  the  fuel  of 
interest  is  added  to  a  well  characterized  ethene  or  methane  flame.  This  approach  allows  the  study 
of  fuel  structure  effects  independent  of  flame  size  effects  [3,4]. 

A  brief  summary  of  the  accomplishments  and  current  status  of  the  program  is  given  below. 
Following  this  summary,  a  more  detailed  presentation  of  selected  aspects  of  the  work  is  present¬ 
ed.  Specifically  the  following  tasks  have  been  accomplished: 

1.  In  order  to  begin  to  better  understand  the  relationship  between  the  soot  precursor  chemistry 
and  the  inception  of  soot  particles,  an  investigation  of  the  early  particle  formation  region 
has  been  undertaken.  Using  laser  light  scattering  measurements  for  soot  particle  charac¬ 
terization  and  laser  fluorescence  measurements  for  large  hydrocarbon  species  determina¬ 
tion,  a  comparison  of  the  particle  inception  region  for  a  series  of  fuels  has  been  inves¬ 
tigated.  The  fuels  investigated  include  butane,  1 -butene  and  1,3  butadiene  introduced  into 
a  methane  baseline  flame.  The  results  of  these  studies  clearly  show  a  strong  correlation 
between  the  fluorescence  observed  from  gas  phase  species  and  the  early  soot  particle 
inception  and  growth  rates.  It  is  hoped  that  these  results  will  form  a  basis  of  comparison  of 
these  laminar  diffusion  flame  results  with  detailed  chemical  kinetic  models  of  soot 
formation. 

2.  In  these  same  flames,  comparisons  between  the  specific  surface  growth  rates  for  the  C4 
fuels  studied  have  been  made.  These  studies  show  that  when  the  available  surface  area  of 
the  soot  particles  is  taken  into  account,  the  specific  surface  growth  rate  constant  is  similar 


for  all  of  the  flames.  This  result  further  emphasizes  the  importance  of  the  inception 
process,  since  initial  surface  area  determines  the  subsequent  growth  of  the  soot  particles. 
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3.  In  the  studies  described  above,  a  detailed  determination  of  the  velocity  field  is  required  in 
order  to  determine  the  particle  paths  in  the  flame.  Presently,  measurements  obtained  in  a 
similar  ethene/air  diffusion  flame  have  been  used  to  complete  the  analysis.  Although  these 
results  represent  a  good  first  approximation  to  the  velocity  field,  it  is  desirable  to  have  the 
velocity  field  for  the  specific  flame  under  study.  To  this  end,  velocity  measurements  in  the 
butane/methane  and  1- butene/methane  flames  have  been  obtained.  Comparisons  between 
the  velocity  fields  for  the  two  fuels  studied,  as  well  as  for  the  previously  measured  ethene 
flame  are  presently  being  made.  The  results  of  these  comparisons  will  determine  the  need 
for  detailed  velocity  measurements  in  other  flames  to  be  studied. 

4.  A  series  of  studies  in  the  high  pressure  diffusion  flame  facility  have  been  completed.  In 
these  experiments,  ethene/air  flames  have  been  studied  over  a  pressure  range  of  one  to 
seven  atmospheres.  The  results  of  these  studies  are  being  used  to  examine  the  pressure 
dependence  of  the  soot  formation  process  and  for  a  comparison  with  previous  work  [5]. 

5.  Modeling  efforts  for  these  laminar  diffusion  flames  have  been  initiated  during  the  past 
year.  Separate  comparisons  with  models  developed  by  R.  Davis  of  the  National  Institute  of 
Standards  and  Technology  and  C.  Merkle  in  the  Mechanical  Engineering  Department  at 
Penn  State  have  demonstrated  good  agreement  with  tne  measurements  in  terms  of  velocity 
and  temperature  fields  for  the  ethene/air  and  methane/air  flames  studied. 

Soot  Particle  Inception  and  Surface  Growth 

The  early  particle  formation  region  has  been  extensively  investigated  for  butane,  1 -butene 
and  1,3  butadiene  fuels  which  were  added  to  a  methane  baseline  flame.  In  addition  to  light 
scattering/extinction  and  velocity  measurements,  a  series  of  fluorescence  measurements  were  also 
obtained.  For  these  measurements  the  fluorescence,  excited  by  an  argon  ion  laser  tuned  to  the 
488  nm  laser  line,  was  monitored  at  514.5  nm.  Fluorescence  signals  observed  using  this  approach 
have  often  been  attributed  to  large  hydrocarbon  species  which  may  represent  soot  precursor 
species.  The  objective  of  these  experiments  was  to  investigate  the  region  where  soot  particles  are 
first  observed  and  to  relate  fuel  structure  effects  to  changes  in  the  soot  production  processes. 
Additionally,  information  on  the  surface  growth  rates  under  these  conditions  was  also  of  interest, 
particularly  in  the  region  immediately  following  particle  inception. 

Although  measurements  were  obtained  throughout  the  flame,  data  in  the  region  where  the 
maximum  soot  formation  occurred  will  be  examined  here.  Figure  1  shows  the  soot  volume 
fraction  and  fluorescence  measurements  as  a  function  of  residence  time  obtained  along  the 
particle  path  which  displayed  the  maximum  soot  volume  fraction.  From  these  results  it  is  clear 
that  the  fluorescence  and  soot  volume  fraction  increase  similarly  as  a  fuel’s  propensity  to  soot 
increases.  Additionally,  the  fluorescence  signals  are  observed  to  precede  soot  particle  inception 
and  increase  rapidly  during  the  early  part  of  soot  production.  Comparisons  along  individual 
particle  paths  indicate  that  between  20%  and  70%  of  the  soot  growth  occurs  prior  to  fluorescence 
achieving  a  maximum  value  depending  on  the  particle  path  location  in  the  flame.  This  point 
raises  the  question  of  participation  of  these  large  hydrocarbon  species  in  the  early  soot  surface 
growth  process.  This  question  will  be  addressed  below. 

The  combination  of  these  fluorescence  and  soot  particle  measurements  indicate  that  the 
species  detected  using  fluorescence  give  a  good  qualitative  indication  of  the  sensitivity  of  the  soot 
formation  process  to  fuel  structure  effects.  When  combined  with  appropriate  temperature 
measurements,  relative  comparisons  between  comprehensive  chemical  kinetic  models  and  these 
measurements  may  serve  as  a  test  case  for  extending  these  models  to  diffusion  flame  conditions. 

It  is  equally  interesting  to  determine  the  effect  of  fuel  molecular  structure  on  the  surface 
growth  process  for  soot  particles  formed  in  diffusion  flames.  As  mentioned  above,  it  is  also  of 
interest  to  examine  the  role  that  large  hydrocarbon  species  may  have  in  the  early  surface  growth 
process.  In  order  to  address  these  two  questions,  the  soot  particle  growth  rate  has  been  examined. 
The  analysis  has  been  carried  out  along  the  same  p  tide  path  for  which  measurements  are  shown 
in  figure  1.  The  present  approach  to  the  analysis  is  to  represent  the  soot  mass  growth  rate  as 
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dm 

dt 


k  S[CX  Hy] 


where  m  is  the  mass  of  soot  (gr/cm3),  k  is  the  surface  growth  rate  constant  (g/cm2-s-atm),  S  is  the 
specific  surface  area  (cnr/cm3)  and  {Cx  H  ]  is  the  species  concentration  reacting  with  the  surface 
to  add  mass  {atm].  In  the  present  experiments,  the  product  of  k  and  [Cx  H  ]  can  be  determined 
since  S  and  dm/dt  can  be  determined  from  the  combined  light  scattering  and  velocity  measure¬ 
ments.  This  product,  k[C  H  ],  is  termed  the  specific  surface  growth  rate  constant.  The  specific 
surface  area  is  calculated  from  the  particle  diameter  and  number  density  measurements  while  the 
soot  mass  growth  rate  can  be  found  from  the  measured  soot  volume  fraction  assuming  the  density 
of  soot  particles  is  1 .8  g/cm  .  Figure  2  shows  the  specific  surface  growth  rate  constant  for  the 
present  C4  fuels  studied.  The  behavior  for  each  fuel  is  similar.  Shortly  after  the  particles  are 
formed,  the  specific  surface  growth  rate  is  close  to  2xl0*4  g/cm-s.  After  a  period  for  which  this 
rate  constant  is  approximately  constant,  the  surface  growth  rate  drops  rapidly.  It  should  be 
pointed  out  that  the  present  analysis  has  been  limited  to  the  region  of  the  flame  before  the  soot 
volume  fraction  reaches  a  maximum.  Thus,  regions  where  soot  particle  oxidation  dominates  have 
been  excluded  from  consideration. 


From  these  extensive  studies,  it  is  clear  that  the  surface  growth  process  is  similar  in  all  the 
flames  studied  here.  Furthermore,  since  accounting  for  the  differences  in  available  surface  area 
substantially  explains  differences  in  the  growth  processes  for  flames  of  widely  differing  soot 
concentrations,  the  value  of  the  initial  surface  area  is  critical  to  subsequent  surface  growth. 
Additionally,  comparisons  along  the  centerline  of  these  flames  show  that  similar  values  of  specific 
surface  growth  rate  are  found  throughout  the  flame  for  the  fuels  studied. 

Before  making  further  observations  concerning  the  present  status  of  the  understanding  in 
the  area  of  soot  particle  surface  growth,  some  discussion  of  the  effect  of  the  fluorescing  species 
in  this  process  is  appropriate.  Clearly,  if  the  initial  surface  area  is  important  in  all  subsequent 
growth,  species  involved  in  the  first  stages  of  surface  addition  should  be  carefully  examined.  To 
quantify  the  contribution  of  large  hydrocarbon  species  attributed  as  the  source  of  the  observed 
fluorescence,  a  series  of  highly  spatially  resolved  radial  profiles  of  the  soot  particle  field  were 
obtained  for  closely  spaced  intervals  along  the  axis  of  the  flame.  These  profiles  correspond  to  the 
earliest  data  points  shown  in  figures  1  and  2.  No  systematic  increase  in  the  specific  surface 
growth  rate  constant  is  observed.  Thus,  the  present  data  does  not  support  a  model  in  which  the 
species  observed  in  the  fluorescence  measurements  contribute  extensively  to  the  surface  growth  in 
the  region  immediately  following  particle  inception.  These  species  may  contribute  to  the  particle 
inception  process. 

The  experiments  described  in  the  last  two  sections  have  identified  some  key  questions  for 
consideration.  The  surface  growth  process  has  been  shown  to  be  similar  for  a  variety  of  fuel 
structures  and  sensitive  to  the  initial  surface  area  available  for  growth.  Thus,  a  quantitative 
understanding  of  the  relationship  between  the  soot  precursors  and  this  initial  surface  area  is 
required  for  a  more  complete  description  of  soot  formation.  The  present  approach  of  concentrat¬ 
ing  on  the  initial  particle  inception  region  is  sound,  but  it  needs  to  be  expanded  in  terms  of 
diagnostic  approaches  and  quantities  measured. 
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Figure  1  The  soot  volume  fraction  and  fluorescence 
measurement*  along  the  particle  paths  of 
maximum  soot  concentration  in  the  annulus 
region. 
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Summary: 

This  work  is  aimed  at  the  development  of  an  evaluated  chemical  kinetic  data 
base  of  single  step  reactions  for  use  in  the  computer  simulation  of 
propellant  combustion.  Our  initial  efforts  are  aimed  at  the  gas  phase 
reactions  involved  in  RDX  decomposition.  All  of  the  possible  reactions 
involving  28  of  the  most  likely  compounds  that  are  present  in  such 
decomposition  systems  are  considered.  The  work  involves  the  collection  and 
evaluation  of  mechanistic  and  rate  information  in  the  literature  and  the  use 
of  various  methods  for  the  estimation  of  rate  data  where  information  does 
not  exist.  The  conditions  to  be  covered  will  range  form  500-2000  K  and 
1017-1020  particles/cm3.  This  work  is  part  of  a  general  effort  and  is  also 
supported  by  ERL,  AFAL  and  ONR  and  was  initiated  during  the  current  year. 

Technical  Discussion: 

Quantitative  understanding  of  the  detailed  chemical  kinetics  of  propellant 
combustion  can  have  important  impacts  on  the  formulation  of  such  mixtures, 
the  optimization  of  currently  operating  systems  and  the  design  of  new 
cembustors.  An  important  explicating  factor  has  been  the  scores  of  rate 
constants  of  elementary  processes  that  are  needed  to  give  a  complete 
description  of  the  process.  For  many  years,  the  necessary  experimental 
tools  and  theoretical  understanding  were  not  available  for  the  development 
of  such  a  chemical  kinetic  information  base.  Furthermore,  until  recently, 
accompanying  such  understanding  is  also  the  necessity  of  identifying  key 
reactions  and  developing  sufficiently  simple  mechanisms.  This  is  not  an 
easy  task.  With  these  two  major  impediments,  it  is  not  surprising  that  much 
work  in  this  area,  as  far  as  the  chemistry  is  concerned,  has  been  empirical 
in  nature.  This  implies  the  necessity  of  constant  physical  testing.  The 
expense  of  such  efforts  is  a  severe  limitation  on  innovative  efforts  in  this 
area. 

This  work  is  aimed  at  developing  a  chemical  kinetic  data  base  aimed  at 
applications  in  propellant  combustion.  The  major  impetus  for  such  an  effort 
is  the  confluence  of  a  number  of  exciting  technological  developments.  These 
include; 

a)  Rapid  progress  in  computational  capabilities,  so  that  the  simulation 
of  increasingly  realistic  physico-chemical  systems  are  well  or  will  be 
within  cur  capabilities.  Thus  the  information  in  a  chemical  kinetic 
data  base  can  be  immediately  used. 

b)  Development  of  experimental  and  theoretical  capabilties  in  chemical 


kinetics,  so  that  the  needed  rate  constants  can  be  measured  or  estimated. 


c)  Extensive  applications  of  powerful  modem  diagnostic  techniques  to 
laboratory  systems,  so  that  we  are  developing  much  better  pictures  of  the 
micro-structure  in  both  a  physical  and  chemical  sense  of  ccnbusticn  systems. 
The  interpretation  and  the  projection  of  such  results  to  reed  systems  is 
however  crucially  dependent  on  the  existence  of  a  correct  detailed  model. 
Given  the  large  number  of  parameters  one  can  always  "fit"  a  particular 
experimental  observation.  Only  the  model  with  the  correct  inputs  can  be 
expected  to  project  results  to  real  systems. 

In  the  course  of  a  recent  survey,  there  appear  to  be  a  general  consensus 
that  the  most  useful  propellants  to  be  studied  are  the  "double  base" 
nitrocellulose/nitroglycerine  types,  nitramines,  ammcnium  perchlorate  and 
ammonium  nitrate.  It  is  our  intention  to  cover  in  time  the  gas  phase 
reactions  pertinent  to  the  decomposition  of  all  these  substances  and  with 
appropriate  binders.  The  work  aims  to  develop  a  data  base  that  will  permit 
the  simulation  of  many  aspects  of  RDX  ccmbustion.  Note  that  many  of  che 
species  and  reactions  to  be  considered  will  actually  be  ccnponents  of  the 
data  base  dealing  with  double  based  propellants  or  ammonium  nitrate.  Indeed 
addition  of  Cl,  HC1  and  the  chlorine  oxides  will  bring  in  ammcnium  chloride. 
Connecting  the  propellant  and  hydrocarbon  data  base  will  permit  us  to 
include  binder  chemistry. 

Thephysical  conditions  to  be  covered  are  500-2000  K  in  temperature  and 
101'  -  1020  particles/ cm3 .  The  lcwer  temperature  limit  is  slightly  lower 
than  the  boiling  point  of  RDX. 

The  compounds  that  we  will  consider  are  listed  in  the  reaction  grid  in 
Figure  1.  There  can  be  little  question  regarding  the  inclusion  of  the  small 
species  (4  atoms  or  less)  in  the  listing.  Indeed  they  include  practically 
all  the  possibilities.  Many  of  these  species  have  been  detected  in 
experiments  involving  RDX.  Other  are  natural  precursors  or  products  of 
these  compounds. 

The  selection  of  the  larger  fragments  is  more  speculative.  Most  of  these 
have  not  been  detected  and  the  possibilities  are  considerably  larger  than 
the  number  of  species  that  we  have  chosen.  Mechanistic  considerations  enter 
in  the  selection  and  the  following  represents  our  rationale.  First,  note 
that  the  only  none  six-membered  ring  species  are  H2CNN02  and  H2CNH.  The 
former  may  well  be  an  important  initial  product  and  is  certainly  an 
important  secondary  product.  The  latter  is  the  result  of  the  displacement 
of  the  NO2  group  from  the  former.  It  can  also  be  formed  from  H2CN*  attack 
on  a  hydrogen  containing  species.  We  have  not  included  H2CUN0.  The  N-N 
bend  energy  in  this  compound  is  18  keal.  This  will  imply  a  lifetime  of  the 
order  of  0.1  microsec  or  less  at  500K.  In  the  course  of  this  analysis  we 
will  generally  use  an  activation  energy  for  unimolecular  reaction  below  20 
keals  as  a  cut  off.  At  or  belcw  this  number  we  will  regard  rate  as 
essentially  instantaneous. 

In  the  following  we  review  briefly  how  we  proceed  with  our  evaluations. 
Having  decided  on  the  species  to  be  included  in  the  data  base  we  begin  by 
determining  the  thermodynamic  properties.  For  many  of  the  stable  species 
the  existing  JANAF  data  base  is  accepted.  The  properties  of  the  unstable 
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Figure  1:  Reaction  Grid 

A:  From  Hydrocarbon  Ccmbustion  Data  Base 

B:  Current  Work  (x  represent  data  sheets  being  prepared) 

C:  Next  years  work 

species,  many  of  them  radicals,  are  subject  to  many  uncertainties.  For  many 
of  these  cases  we  have  carried  ait  our  cwn  analysis.  These  are  usually 
based  on  the  existing  kinetic  data,  since  it  is  our  experience  that  for 
unstable  species  the  most  reliable  results  are  obtained  from  rate  data  in 
both  directions,  thus  leading  to  an  equilibrium  constant.  Since  the 
entropies  of  most  larger  organic  molecules  can  in  general  be  calculated  with 
a  hi^h  degree  of  confidence,  the  heats  of  formation  can  then  be  deduced  with 
high  accuracy. 

There  is  at  present  no  standard  method  for  carrying  out  data  evaluation  in 
chemical  kinetics.  Our  experience  in  these  matters  has  led  to  the  following 
procedure.  First  preference  is  given  to  experimental  determinations  where 
the  mechanism  is  clear-cut.  Frequently,  this  is  fran  direct  determinations 
of  the  rate  of  disappearance  or  appearance  of  reactants  or  intermediates  in 
real  time.  We  have  also  found  that  in  a  complex  (or  apparently  complex) 
situation  where  care  and  complete  final  (stable)  product  analysis  are 
carried  out  very  useful  results  can  be  achieved.  In  many  cases  these  may 
not  be  individual  rate  constants,  but  very  accurate  ratios  of  rate 
constants.  In  this  manner  we  are  frequently  able  to  generate  a  very 
accurate  network  of  reactions.  In  the  absence  of  kinetic  data, 
thermodynamic  considerations  in  the  form  of  detail  i  balance  are  used.  In 
other  cases,  rate  constants  are  assigned  on  the  basis  of  analogy  or 
thermokinetic  information.  In  all  cases  we  assign  an  uncertainty  value  to 
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our  recommendations.  it  should  be  realized  that  this  is  a  subjective 
number.  It  is  based  on  the  interoanparison  of  data  sets,  considerations 
imposed  by  related  reaction  mechanisms  and  the  constraints  imposed  by 
thermodynamics  and  theory.  Quantitatively,  it  means  that  the  user  of  the 
data  should  feel  free  to  adjust  the  rate  constant  in  his  models  within  these 
limits. 

Rate  theory  is  used  in  these  evaluations  purely  as  a  method  of 
extrapolation.  For  metathetical  reactions  involving  H-atans  the  Bond-Energy 
and  Bond  Order  method  of  Johnston  was  used  to  derive  the  transition  state 
structure  or  alternatively  the  curvature  of  the  Arrhenius  plots  for  these 
reactions.  We  have  found  with  others  that  the  BEBO  method  does  not  lead  to 
accurate  absolute  values  of  the  rate  constants.  However  the  transition 
state  structures  are  reasonable.  It  is  interesting  to  note  that  the 
resulting  curvature  varies  frcm  T2  to  T4  range,  where  the  smaller  values  are 
characteristic  of  atoms  and  the  larger  values  that  of  polyatcmics. 
Unfortunately  there  is  a  distinct  lack  of  data  covering  large  temperature 
ranges  so  that  we  do  not  really  have  the  definitive  evidence  that  our 
predictions  are  absolutely  reliable. 

Unimolecular  reactions  in  the  broadest  sense,  including  not  only 
decanpositions  and  isomer izations  but  also  combination  and  chemical 
activation  processes,  are  rendered  more  complex  than  metathesis  reactions  by 
their  dependence  not  only  on  temperature  hut  also  on  the  nature  of  the  bath 
gas.  There  is  at  present  a  fully  developed  calculatianal  method,  the  RRKM 
procedure,  which  provides  a  framework  for  projecting  data  over  all  relevant 
pressure  and  temperature  ranges.  We  have  applied  this  technique  for  a  large 
number  of  reactions.  The  results  have  proven  to  be  very  satisfactory  in 
correlating  in  a  wide  variety  of  data.  The  consistencies  in  the  collisional 
efficiencies  that  we  have  derived  have  led  us  to  use  the  general  method  for 
predictive  purposes. 

The  reaction  grid  in  Figure  1  is  divided  into  a  number  of  blocks.  Block  A 
consists  of  the  reactions  involved  with  formaldehyde  oxidation.  We  have 
already  prepared  data  sheets  for  these  reactions.  Block  B  contains 
reactions  involving  the  smaller  nitrogenated  species.  It  is  the  target  of 
current  work.  With  its  completion  it  should  be  possible  to  model  HCHO-NO2 
combustion  systems.  .  Block  C  contains  reactions  to  be  considered  during  the 
next  fiscal  year.  It  will  permit  us  to  model  HCN  combustion  systems.  We 
have  therefore  the  means  of  validating  the  data  during  the  course  of  the 
work.  It  is  expected  that  the  overall  process  will  involve  continuous 
iteration  between  data  evaluators,  modelers  and  experimenters.  A  similar 
procedure  have  worked  with  marked  success  for  the  stratospheric  ozone 
problem. 


DIAGNOSTICS  FOR  RESEARCH  IN  ATOMIZATION  AND  TURBULENT  TWO- 
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SUMMARY/OVERVIEW: 

Experimental  research  in  atomization  and  the  interaction  of  the  dispersed 
particles  with  the  turbulence  is  being  supported  by  the  development  of  the 
instrumentation  and  measurement  techniques.  The  basic  light  scattering  theories 
are  being  advanced  to  enable  the  optimization  of  the  available  techniques  and  to  aid 
in  the  development  of  new  methods,  as  well  as  to  respond  to  the  contradictory 
results  of  others.  Because  of  the  complex  behavior  associated  with  the  interaction  of 
the  particle  field  and  the  turbulent  continuous  phase  flow,  methods  have  been 
developed  to  extend  the  available  information  on  these  phenomena. 

TECHNICAL  DISCUSSION: 

Advances  in  the  Phase  Doppler  Method: 

The  phase  Doppler  method  which  is  capable  of  measuring  the  particle  size  and 
velocity,  number  density,  flux,  and  temporal  behavior  of  the  particles,  in  addition  to 
the  continuous  phase  mean  velocity  and  turbulence  parameters,  is  relatively 
mature  in  its  development.  However,  because  of  its  importance  and  wide 
application  in  spray  combustion  research,  the  remaining  questions  on  the  light 
scattering  phenomena  needed  to  be  resolved.  Theoretical  analyses  by  others  [1]  have 
indicated  that  the  application  of  the  phase  Doppler  method,  under  certain  optical 
configurations,  will  lead  to  large  errors  and  that  the  resolution  may  be  insufficient 
to  separate  the  gas  phase  and  dispersed  phase  velocity  measurements  [2],  These 
results  were  in  contradiction  to  our  theoretical  and  experimental  observations. 

During  the  last  period,  the  geometrical  optics  approach  was  extended  to  include 
all  of  the  light  scattering  components  as  well  as  the  effects  of  the  nonuniform 
illumination  of  the  particle  due  to  the  Gaussian  beam.  Furthermore,  the  light 
scattering  theory  has  been  developed  to  account  for  the  particle  trajectory  through 


the  sample  volume  and  the  temporal  changes  to  the  interference  pattern  during  the  306 
particle  transit. 


Although  the  geometrical  optics  theory  produced  results  that  were  in  excellent 
agreement  with  the  experiments  [3],  the  question  regarding  the  minimum  size 
sensitivity  required  the  development  of  the  Lorenz-Mie  theory  for  the  phase 
Doppler  configuration.  In  general,  the  Lorenz-Mie  theory  is  used  for  particles  <20 

pm  for  which  the  assumption  of  uniform  particle  illumination  holds.  The  models 
differ  only  in  the  manner  in  which  the  scattering  amplitude  functions,  Smn(©n)  are 
computed.  In  both  cases,  the  scattering  amplitude  functions  are  computed  at  points 
forming  a  mesh  over  the  receiver  lens  aperture.  The  amplitude  functions  are 
complex  and  are  related  to  the  complex  electric  field,  Emn  by 

£h  =  ]^-'‘'r+toWnVen> 

assuming  that  the  incident  electric  field  is  linearly  polarized.  In  the  equation,  kn  and 
con  are  the  wave  number  and  frequency,  respectively,  of  the  scattered  light  for  the 
nth  incident  beam  and  r  is  the  distance  from  the  probe  volume  to  the  respective 
point  (x',y’)  on  the  receiver  lens.  The  scattered  light  from  each  of  the  two  beams  will 
interfere  at  the  plane  of  the  receiver  to  yield  a  light  intensity  that  varies  temporally 

at  the  Doppler  difference  frequency  cod  and  spatially  as  a  result  of  the  phase  shift 
produced  by  the  particle.  The  scattering  intensity  is  expressed  as 

'mU'-y')=(FmJ2+|Em2f)/2  +  Pm2- eml)  (3) 

for  m=l,2 

The  terms  Pml  and  Pm2  are  the  phases  of  the  scattered  light  fields.  Integration  of 
the  scattered  light  intensity  over  the  segments  of  the  receiver  lens  through  which 
the  light  reaches  the  respective  detectors  produces  the  resulting  intensity  seen  by  the 
photodetectors  as 

T.-4- II  I  lix’Ay' 

J  Vvm->  (4) 

=  dj  +  Cj  cos«v+y  for  j=1A3 

where  Aj  is  the  area  of  the  segment  over  which  light  is  received  for  the  jth 

detector.  Ax’  and  Az'  are  the  integration  mesh  sizes,  m  indicates  the  polarization 
direction,  and  Dj  and  Cj  are  the  dc  and  ac  levels  of  the  output  of  the  jth  detector. 

Direct  comparisons  between  the  geometrical  optics  approach  and  the  Lorenz- 
Mie  theory  are  shown  in  figure  1.  It  is  interesting  to  note  that  the  linear  fit  is  in 
excellent  agreement  with  the  simple  geometrical  optics  theory  first  posed  by  Bachalo 
[41.  However,  the  detailed  theories  are  necessary  to  show  the  oscillations  in  the 
response  function  which  serves  to  define  the  theoretical  resolution  limits  on  the 


method.  Modifications  to  the  optical  system  to  improve  the  resolution  were  derived 
using  the  Lorenz-Mie  theory.  Figure  2  shows  that  a  resolution  to  within  0.3  pm  is 

possible  for  particles  as  small  as  0.3  pm.  This  capability  is  important  in 
discriminating  the  velocity  of  the  gas  phase  from  that  of  the  dispersed  phase. 

Previous  predictions  [2]  implied  that  the  resolution  was  limited  to  2  to  3  pm.  Our 
predictions  have  been  verified  by  experiments.  Figure  3  shows  the  results  for  a 

mixture  of  5  different  particle  sizes.  The  measurements  agreed  to  within  0.5  pm  but 
the  system  was  not  fully  optimized. 

The  capability  to  perform  temporal  analyses  on  the  two-phase  flow  data  was 

developed.  Particle  time  of  arrival  is  measurable  to  within  0.6  ps.  This  capability  is 
fundamental  to  the  evaluation  of  velocity  and  concentration  bias  errors.  In  addition, 
the  time  of  arrival  information  has  provided  insights  to  the  interaction  of  fuel 
sprays  with  large  scale  turbulent  eddies  [5].  As  an  example,  figure  4a  shows  the 
formation  of  drop  clusters  in  a  swirl  stabilized  spray  flame  with  local  number 
densities,  an  order  of  magnitude  greater  than  the  long  time  average.  The  Fourier 
analyses  were  applied  to  reveal  the  characteristic  shedding  frequency,  figure  4b. 

An  alternate  approach  to  the  phase  Doppler  method  is  being  evaluated.  This 
method  requires  only  a  single  focused  laser  beam,  figure  5.  The  receiver  is 
configured  to  produce  the  interference.  Light  reaching  different  segments  of  the 
receiver  lens  will  have  a  Doppler  shift  frequency  and  phase  that  depend  upon  the 
size  and  velocity  of  the  particle,  respectively  and  the  angle  of  observation.  Light 
passing  through  different  segments  of  the  lens  is  combined  to  form  the  interference 
fringe  pattern.  This  method  lends  itself  to  the  possibility  of  using  novel  signal 
processing  techniques,  minimizes  the  errors  due  to  individual  beam  attenuations, 
and  may  solve  problems  associated  with  the  use  of  single  mode  polarization 
preserving  fibers. 

The  ratiometric  method  described  in  the  previous  report  is  undergoing  testing 
and  promises  to  provide  a  reliable  means  for  the  in  situ  characterization  of 
irregular-shaped  particles. 

Preliminary  tests  on  the  Lagrangian  method  have  revealed  some  difficulties 
with  the  array  detector  sensitivity.  Other  laser  sources  and  enhanced  detectors  are 
being  considered. 
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Figure  1.  Comparison  of  the  Instrument 
Response  Function  Computed  Using  the 
Geometrical  Optics  and  The  Lorenz-Mie 
Theories. 


Figure  2.  Predictions  Showing  the  Effects  of  the 
Optical  Parameters  on  the  Instrument 
Resolution 


Figure  3.  Measured  Size  Distribution  of  a 
Mixture  of  Classified  Particles 


Figure  4a.  Time  of  Arrival  Record  for  Reacting 
Kerosene  Interacting  with  Large  Scale 
Turbulent  Eddies  Showing  Quster  Formation 


Figure  4b.  FFT  Analysis  Showing  a 
Predominant  Shedding  Frequency 


Figure  5.  Schematic  Showing  the  Heterodyne 
Phase  Doppler  Approach. 
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SUMMARY/OVERVIEW 

Nonintrusive  in-situ  optical  diagnostic  techniques  are  needed  to  determine  the 
chemical  species  and  physical  properties  of  multicomponent  liquid  droplets  in  a  spray 
combustor.  Our  research  is  directed  toward  the  understanding  of  nonlinear  optical 
effects  from  individual  droplets  which  retain  their  spherical  shape  after  irradiation  by 
a  high-intensity  laser  beam.  Further,  our  research  is  directed  toward  the  understanding 
of  laser-induced  breakdown  and  vaporization  mechanisms  that  lead  to  plasma  formation, 
explosive  vaporization,  droplet  shattering  and  deformation,  and  droplet  propulsion. 


TECHNICAL  DISCUSSION 

The  spherical  liquid-air  interface  on  the  illuminated  side  of  a  droplet  acts  as  a  lens 
to  concentrate  the  incident  plane  wave  just  within  the  droplet  shadow  face  and  to  focus  the 
incident  wave  just  outside  the  droplet  shadow  face.  For  most  organic  liquid  and  water 
droplets  (with  radius  <  60  Jim)  which  arc  transparent  at  the  incident  laser  wavelength, 
the  maximum  of  the  internal  intensity  located  just  within  the  droplet  shadow  face  causes 
laser-induced  breakdown  (LIB).  The  LIB-generated  plasma  rapidly  develops  during  the 
initial  portion  of  the  input  laser  pulse  and  is  initially  confined  just  within  the  droplet  shadow 
face.  Subsequently,  this  internal  plasma  is  ejected  from  the  droplet  shadow  face  and  propa¬ 
gates  toward  the  droplet  illuminated  face.  At  high  input  intensities,  the  internal  plasma  can 
strongly  absorb  the  remaining  portion  of  the  laser  pulse  and  become  a  laser-supported  opti¬ 
cal  detonation  wave,  which  rapidly  propagates  toward  the  droplet  illuminated  face  and  then 
out  of  the  illuminated  face  toward  the  laser.  The  following  speeds  of  the  plasma  waves 
have  been  determined:  (1)  ejection  speed  of  the  plasma  from  the  shadow  face;  (2)  propa¬ 
gation  speed  of  the  plasma  from  the  droplet  shadow  face  toward  the  illuminated  face;  and 
(3)  ejection  spoed  of  the  plasma  out  of  the  illuminated  face.  *  A  paper  reviewing  the  LIB 
mechanisms  in  droplets  has  been  published.2 

For  organic  liquid  and  water  droplets  which  are  absorbing  at  the  incident  laser 
wavelength,  the  laser  beam  can  directly  heat  the  droplet.  Four  processes  are  known  to 
occur  after  the  laser  pulse  (2  (isec  in  duration)  is  off:  (1)  rapid  vaporization,  usually  from 
either  the  droplet  shadow  or  illuminated  face;  (2)  droplet  deformation;  (3)  droplet  propu¬ 
lsion  as  a  result  of  the  recoil  from  the  material  ejection;  and  (4)  droplet  shattering  resulting 
in  numerous  smaller  droplets.  A  recently  published  book  on  the  optical  properties  of  small 
particles  contains  a  chapter  on  laser-induced  droplet  heating.3  We  have  been  developing  a 
fluorescence  imaging  technique  which  can  provide  a  clear  distinction  between  the  ejected 
material  (either  in  the  vapor  or  liquid  phase)  and  the  remaining  droplet  After  irradiation  by 


a  pulsed  CO2  laser  beam  (with  =3  J/cm2),  the  temporal  evolution  of  a  linear  stream  of  water 
droplets  (a  =»  50  Jim)  containing  Rhodamine  6G  dye  is  shown  in  Fig.  1.  Note  that  the 
photos  reveal  the  four  above-mentioned  processes. 

For  organic  liquid  and  water  droplets  which  are  transparent  at  the  incident  laser 
wavelength,  the  internal  high-intensity  regions  just  within  the  droplet  shadow  and  illumi¬ 
nated  faces  give  rise  to  a  large  gradient  of  the  intensity  (VI)  and  thus  cause  laser-induced 
electrostriction.  Photographs  showing  the  bulging  of  the  droplet  resulting  from  laser- 
induced  electrostrictive  forces  have  been  published.5  Physical  properties  of  the  droplet 
can  be  deduced  by  noting  how  the  surface-tension  restores  the  deformed  droplet  into  a 
spherical  droplet.  The  oscillation  frequency  of  the  droplet  between  a  spheroid  and  a  sphere 
is  proportional  to  the  square  root  of  the  dynamic  surface  tension  and  the  decay  of  the  distor¬ 
tion  amplitude  is  inversely  proportional  to  the  kinematic  viscosity. 

The  spherical  liquid-air  interface  of  a  droplet  also  acts  ?.s  an  optical  cavity  for 
the  internally  generated  radiation,  such  as  spontaneous  Raman  scattering,  spontaneous 
Brillouin  scattering,  and  fluorescence.  Stimulated  oscillations  will  occur  if  the  gain  is 
greater  than  the  loss  as  the  internal  radiation  propagates  around  the  droplet  rim.  During 
the  input  laser  pulse,  the  spontaneous  Raman  scattering  will  turn  into  intense  stimulated 
Raman  scattering  (SRS),  the  spontaneous  Brillouin  scattering  will  turn  into  intense  stimu- 
ated  Brillouin  scattering  (SBS),  and  the  fluorescence  will  turn  into  laser  emission.  We 
have  measured  with  a  streak  camera  the  growth  time  of  the  first-order  Stokes  SRS  starting 
from  the  spontaneous  Raman  scattering  which  acts  as  the  input  noise  of  an  oscillator. 
Furthermore,  we  measured  the  growth  time  of  the  second-order  Stokes  SRS  starting  from 
the  parametrically  generated  signal  resulting  from  the  four- wave  mixing  process  between 
the  laser  field  and  the  field  of  the  first-order  Stokes  SRS.4  The  growth  time  of  the  third- 
and  fourth-order  Stokes  SRS  was  noted  to  behave  the  same  way  as  the  second  order 
Stokes  SRS,  i.e.,  the  third-  and  fourth-order  Stokes  SRS  start  from  the  parametrically 
generated  signal  resulting  from  the  four-wave  mixing  processes  of  the  laser  field  and  the 
fields  of  the  second-  and  third-order  Stokes  SRS,  respectively. 

The  frequency  shift  of  the  first-order  Stokes  SRS  from  the  input  laser  frequency 
is  equal  to  the  molecular  vibration  frequency  and,  thus,  can  provide  chemical  species 
identification  of  the  multicomponent  liquid  droplet  In  principle,  the  relative  intensities 
among  the  various  SRS  peaks  also  contain  quantitative  information  of  the  relative  con¬ 
centration  of  the  multicomponents.  However,  we  have  noted  that  large  fluctuations  exist  in 
the  ratios  of  SRS  intensities,  causing  big  uncertainties  in  the  concentration  ratios.  We  have 
started  to  investigate  the  cause  of  such  intensity  fluctuations.  Our  first  finding  is  that  the 
SRS  is  not  directly  pumped  by  the  incident  laser  beam  but  is  pumped  by  the  SBS 
generated  by  the  incident  laser  beam.  The  most  striking  feature  which  we  have  observed 
thus  far  is  that  the  temporal  profiles  of  the  SRS  and  the  SBS  pulses  are  correlated,  i.  e.,  the 
valleys  of  the  SBS  pulses  correspond  to  the  peaks  of  the  the  SRS  pulses.  The  implication 
of  such  temporal  correlations  between  the  SRS  and  SBS  pulses  is  that  the  fluctuations  in 
the  SRS  may  be  partially  caused  by  the  fluctuations  in  the  SBS.  Work  in  understanding 
and  ultimately  reducing  intensity  fluctuations  in  the  SRS  is  continuing. 
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FIG.  1: 

Fluorescence  images  of  a  linear  stream  of  water  droplets  (radius  =  50  pm)  containing 
Rhodamine  6G  dye  and  irradiated  by  a  pulsed  CO2  laser  beam  which  is  propagating 
from  the  left  to  the  right  and  has  the  intensity  maximum  imaged  either  on  the  third  or 
fourth  droplet  from  the  top  of  each  photograph.  The  time  delays  between  the  CO2  laser 
pulse  and  the  detection  of  the  fluorescence  images  are  as  follows:  (1)  top  row,  1  psec  and 
3  psec;  (2)  middle  row,  7  psec  and  10  psec;  and  (3)  bottom  row,  12  psec  and  15  psec. 
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1  SUMMARY 

The  purpose  of  our  work  has  been  to  develop  advanced  laser  spectroscopy  meth¬ 
ods  to  diagnose  partially  ionized  plasmas.  We  have  focused  on  methods  that 
are  based  on  observing  the  Doppler  shift  in  ionic  spectra  due  to  the  presence  of 
an  ion  drift  velocity.  Two  particular  methods  we  are  working  with  axe  Veloc¬ 
ity  Modulated  Laser  Spectroscopy  (VMLS)  and  Two  Beam  Doppler  Shift  Laser 
Spectroscopy  (TBDSLS).  This  work  like  any  other  development  of  a  diagnos¬ 
tic  tool  for  plasma  applications  proved  to  be  complicated  by  the  difficulties  ot 
understanding  the  plasma  structure  itself  and  creating  the  ideal  experimental 
conditions  under  which  the  diagnostic  methods  would  work.  Therefore,  we  have 
focused  on  devising  a  theory  for  our  plasma  model  and  validating  it  experimen¬ 
tally  in  the  hopes  that  the  best  and  optimum  conditions  would  be  found  for  the 
demonstration  of  principle  of  the  Doppler  shift  methods. 

2  TECHNICAL  DISCUSSION 

The  scientific  goal  of  our  work  is  to  increase  understanding  of  the  role  of  flow 
non-uniformities  and  plasma-wall  interactions  in  plasma  devices  by  making  in- 
situ  measurements  of  electric  field  strength,  ion  mobilities,  concentrations  and 
temperatures  in  a  non-intrusive  fashion  that  allows  point,  one,  and  two  dimen¬ 
sional  imaging.  The  scientific  approach  is  to  use  laser  induced  fluorescence  to 
probe  ion  absorption  line  profiles.  If  there  is  an  electric  field  present,  the  ions 
will  experience  a  net  force  and  undergo  drift,  resulting  in  a  shift  in  the  position 
of  the  line  profile.  If  the  ion  mobility  is  known,  then  the  electric  field  compo¬ 
nent  along  the  probe  direction  can  be  calculated.  If  the  electric  field  driving 
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the  plasma  is  modulated,  one  will  observe  an  oscillating  shift  in  the  line  pro¬ 
file  that  arises  because  of  the  oscillating  force  imposed  on  the  ions.  The  shift 
may  be  related  to  the  ion  mobility,  thus  conductivity.  Temperature  and  con¬ 
centrations  may  be  recovered  by  conventional  laser  spectroscopic  means.  The 
methods  are  species  and  state  selective,  allowing  one  to  make  measurements  on 
more  than  one  species  and  to  study  the  effect  of  internal  mode  nonequilibrium. 
The  merit  of  the  methods  lies  in  their  ability  to  provide  simultaneous  measure¬ 
ments  of  important  parameters  in  plasmas.  The  methods  are  well  suited  to 
multi-dimensional  imaging.  One  may  use  an  array  detector  to  image  lines  and 
planes  in  addition  to  the  more  conventional  point  configuration.  During  the  first 
year  of  the  program,  the  theoretical  basis  of  the  method  was  developed  and  our 
experimental  facility  modified  for  the  purpose  of  demonstrating  its  effectiveness. 
During  the  second  year  we  have  worked  mostly  on  understanding  the  global  be¬ 
havior  of  the  plasma  model  that  we  have  chosen  to  use  in  the  demonstration  of 
principle  experiments.  Then,  during  the  past  year,  data  on  the  line  profile  of 
the  ionic  species  were  obtained  by  using  using  LIF.  After  that  several  attempts 
were  made  to  observe  a  Doppler  shift  in  the  line  profile.  However,  this  proved 
to  be  very  difficult  and  unsuccessful  due  to  the  high  decrease  in  ion  number 
density  in  the  plasma  when  an  adequate  electric  field  strength,  needed  for  the 
methods  to  operate,  is  present.  Thus  a  more  detailed  spatial  and  temporal  de¬ 
scription  of  the  plasma  was  due  to  locate  the  optimum  position  in  the  plasma 
where  a  high  enough  electric  field  is  present  and  an  LIF  signal  is  still  within  the 
detectability  limit.  LIF  supported  with  some  probe  measurements  was  used  for 
spatial  profiling  of  the  number  density  and  electric  field  strength  in  the  plasma. 
Also,  the  plasma  equatious  were  solved  numerically  and  comparison  between 
the  theory  and  experiment  can  be  made. 


3  THEORETICAL  BASIS 

The  basis  of  the  Doppler  shift  methods  is  Coulomb’s  law  which  states  that  the 
force  felt  by  a  charged  particle  is  directly  proportional  to  the  imposed  electric 
field 

F  =  qE  (1) 

where  E  is  the  electric  field,  q  the  charge,  and  F  the  force.  For  a  collisionally 
dominated,  partially  ionized  plasma,  the  net  Doppler  shift  for  D.C.  and  A.C. 
fields  respectively  is 

dv  _  « E 


1  -  i(u/i/e) 


Eo  exp  (twt) 


For  a  Doppler  broadened  line,  the  modulation  depth  (peak  depth  for  an  A.C. 
field)  is 


The  coefficient  of  E/P  is  of  the  order  unity  in  typical  plasmas  for  electric  field 
in  volts /meters  and  pressure  in  Pascals.  Thus  one  can  obtain  significant  mod¬ 
ulation  depths  at  moderate  values  of  E. 


4  PLASMA  THEORY 


The  advantage  of  utilizing  a  collisionaliy  dominated  plasma  is  that  the  theo¬ 
retical  description  of  the  plasma  is  simplified  considerably.  Such  a  simplified 
description  has  been  formulated  by  Lawton  and  Weinberg  expressly  for  flames. 
Our  approach  has  been  to  use  their  theory  in  conjuction  with  experiments  to 
ensure  that  we  have  a  reasonable  understanding  of  the  plasma  conditions.  The 
Lawton  and  Weinberg  theory  is  based  on  the  assumption  that  diffusion  of  ions 
and  electrons  can  be  neglected  in  comparison  with  drift.  Under  this  assumption 
and  assuming  that  the  plasma  is  one-dimensional  with  uniform  properties,  the 
governing  equations  display  simple  limiting  solutions.  These  are  the  zero  field 
limit,  the  saturation  limit,  and  the  sub-saturation  limit.  The  current-voltage 
relationship  takes  on  the  form 

'=l-«xp  (-■>£)  (5) 

where  the  subcript  s  indicates  saturation  conditions,  and  a  is  a  constant  whose 
value  depends  on  the  definition  of  the  saturation  condition.  Very  good  agree¬ 
ment  between  the  theory  and  experiment  were  found.  However,  under  the  best 
of  conditions  where  we  reach  saturation  and  the  electric  field  is  high  enough  to 
detect  any  Doppler  shift,  the  ion  number  density  decreases  significantly  making 
the  signal  to  nose  ratio  in  the  LIF  signal  very  low.  Water  cooling  was  added 
to  the  electrode  plates  to  delay  saturation  voltages  and  extand  the  saturation 
plateau.  Still  under  these  conditions  spacial  profiling  of  the  ion  number  density 
by  LIF  measurements  showed  that  SNR  goes  to  one  as  saturation  conditions  are 
established.  In  our  final  report  comparison  between  experimental  and  numerical 
calculations  for  spatial  profiling  will  be  presented  as  wellas  some  recommenda¬ 
tions  for  increasing  SNR  and/or  the  use  of  the  more  powerful  pulsed  dye  laser 
system  with  broadband  excitation  and  a  different  arrangement  for  proof  of  prin¬ 
ciple  of  the  Doppler  shift  methods. 


Volocicy  Modul*c«d 
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Figure  1:  Measurement  Configurations 


DETECTING  MICROWAVE  EMISSIONS  FROM  TERRESTRIAL  SOURCES: 

A  FEASIBILITY  STUDY 
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SUMMARY:  Calculations  based  on  the  radiative  transfer  equation  predict  that  modern 
conventional  microwave  equipment  is  capable  of  detecting  the  energy  emitted  as  a  result  of 
rotational  state  changes  in  a  hot,  polar  gas.  To  test  this  prediction,  experiments  to  detect  the 
22.235  GHz  radiation  from  H20  are  underway. 

AUTHOR:  Thomas  C.  Ehlert 

TECHNICAL  DISCUSSION:  Although  the  use  of  microwave  absorption  spectroscopy  for 
observing  rotational  state  changes  in  polar  gases  is  well  known,  the  use  of  microwave 
emission  spectroscopy  for  this  purpose  is  not,  save  for  radioastronomy  and  certain  laboratory 
experiments  which  require  a  perturbing  electric  field.  Yet  it  can  be  shown  that  modem 
microwave  equipment  is  capable  of  detecting  the  energy  emitted  by  hot  polar  gases  under 
laboratory  conditions.  According  to  the  radiative  transfer  equation,  at  frequency  v  the  radiation 
intensity  expressed  as  brightness  temperature  seen  by  a  receiver  looking  at  a  uniform  source 
of  length  I  without  any  intervening  medium  is  given  by 

Tr  =  TBexp(-avl)  +  T,[1  -expf-aj)] 


where  TR  is  the  brightness  temperature  seen  by  the  receiver  looking  at  a  source  of  length  I, 
volume  absorption  coefficient  a  and  brightness  temperature  Ts  against  a  background  of 
brightness  temperature  T8.  A  Dicke-type  receiver  is  being  constructed  to  detect  the  22.235 
GHz  emission  from  water  vapor  at  373°  K  and  1  millibar  in  a  10  meter  length  of  waveguide. 
By  Van  Vleck’s  equation  for  a,  this  source  should  give  a  T§  2°K  greater  than  that  of  a 
reference  source.  Potential  applications  include  a)  determination  of  rotational  properties  of 
molecules  which  are  difficult  to  study  by  absorption  spectroscopy,  b)  studies  of  the  role  of 
rotation  in  energy  transfer,  and  c)  remote,  passive  detection  of  processes  which  produce  hot. 
polar  gases  such  as  H20,  CO,  and  NO,  e.g.  jet  and  rocket  plumes. 


ADVANCED  DIAGNOSTICS  FOR  REACTING  FLOWS 
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SUMMARY/OVERVIEW 

This  research  is  directed  toward  innovation  of  advanced  diagnostic  techniques  applicable 
to  combustion  gases  and  plasmas,  including  hypersonic  flows.  Emphasis  is  placed  on  laser- 
induced  fluorescence  methods  suitable  for  digital  2-d  and  3-d  imaging  of  species  concentrations, 
electron  density,  mass  density,  temperature,  velocity  and  pressure.  This  approach  can  provide 
non-invasive,  simultaneous  measurements  at  104-106  points,  useful  for  studies  of  propulsion, 
aerothermodynamics,  and  combustion  sciences.  Other  research  topics  include:  laser- wavelength 
modulation  spectroscopy,  laser  photolysis  in  shock-heated  gases  for  kinetics/spectroscopy 
studies,  and  laser  ignition  of  combustion  gases. 

TECHNICAL  DISCUSSION 

In  the  following  paragraphs  we  highlight  primary  activities  of  the  past  year. 

Plasma  Diagnostics 

Two  new  plasma  facilities  are  now  operational:  a  3  kW  RF-powered  plasma  torch  suitable 
for  benchtop  studies  of  diagnostic  concepts,  and  a  75-kkW  RF-powered  torch  which  yields 
higher  enthalpies  and  allows  study  of  practical  plasmadynamic  behavior.  Both  torches  operate  at 
atmospheric  pressure  on  a  range  of  gases.  One  recent  project  involved  development  of  a  new 
method  for  measuring  electron  number  density  in  an  Ar  plasma.  The  scheme  utilized  a  tunable 
cw  ring  dye  laser  to  probe  fully  resolved.  Stark-broadened  H-atom  lineshapes.  The  use  of  laser- 
induced  fluorescence  detection  (time-averaged)  of  the  H-alpha  transition  (656  nm),  in  particular, 
led  to  high  sensitivity  and  spatial  resolution  for  electron  densities  of  10-1016  cm'3.  Current 
work  is  aimed  at  establishing  methods  of  monitoring  C-atom  densities  in  Ar- hydrocarbon 
plasmas  using  PLIF  imaging  with  a  tunable  ArF  laser  source. 

Laser- Wavelength  Modulation  Spectroscopy 

A  significant  development  during  the  past  year  was  the  extension  of  the  wavelength 
operating  range  of  our  tunable  cw  ring  dye  laser  well  into  the  UV.  By  increasing  the  UV  power 
of  the  argon  pump  laser  and  by  use  of  a  custom  intracavity  frequency  doubler  based  on  BBO, 
we’ve  managed  to  generate  about  1  mW  of  tunable  output  at  wavelengths  of  215-235  nm,  a 
region  well  below  the  260  nm  cut-off  of  commercial  systems.  This  new  laser  can  be  scanned  at 
multiple-kHz  rates  to  allow  rapid  recording  of  fully  resolved  absorption  lines  of  several  species, 
including  NO,  02,  CH3  and  several  other  hydrocarbon  radicals.  Current  work  is  aimed  at 
exploiting  this  new  laser  source  for  fundamental  spectroscopy  and  reaction  kinetics  studies  in 
flame  and  shock  tube  environments. 

PLIF  Imagine  in  Shock  Tube  Flows 

Shock  tubes  and  tunnels  provide  a  convenient  means  of  studying  a  variety  of  nonequilib¬ 
rium  gasdynamics  problems  and  of  simulating  conditions  relevant  to  advanced  air-breathing  and 
electric  propulsion  systems.  Our  objective  in  this  project  is  to  establish  capabilities  for  PLIF 
imaging  in  such  flows.  This  requires,  for  example,  an  intensified  solid-state  camera  system 
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which  can  be  triggered  precisely  during  the  short  test  times  of  a  shock  tube.  At  present  we  are 
investigating  PLIF  imaging  of  02,  NO  and  OH  in  several  shock  tube  flows,  including  flow  over  a 
wedge,  shock  reflection  from  a  nonplanar  wall,  shock  wave-boundary  layer  interactions,  injec¬ 
tion  and  mixing/combustion  of  FL  in  supersonic  air  flows,  and  nonequilibrium  hypersonic  flows 
in  a  shock  tunnel.  An  example  of  current  work  is  illustrated  in  Fig.  1,  which  shows  a  single-shot 
PLIF  image  of  shock  reflection  from  a  nonplanar  wall  in  a  NO(0.5°5>VN, mixture.  A  tunable 
ArF  laser  at  193  nm  was  used  to  excite  a  specific  group  of  lines  in  u  o  D<— X  system  of  NO 
originating  from  v"  =  1.  This  scheme  provides  sensitive  imaging  of  NO  at  high  temperatures, 
and  it  should  be  quite  useful  for  studies  of  vibrational  nonequilibrium  in  supersonic  flows.  Note 
that  the  images  clearly  reveal  a  change  in  the  shape  of  the  shock  with  distance  from  the  wall. 
The  spatial  resolution  possible  with  PLIF  suggests  that  this  approach  will  work  well  in  flows 
which  contain  three-dimensional  structure  not  observable  with  conventional  flow  visualization 
techniques. 

High  Resolution  PLIF  Imaging 

We  have  continued  work  to  acquire  high-resolution  PLIF  data  on  mixing  in  turbulent  non- 
reacting  round  jets.  The  experiment  involves  exciting  combined  fluorescence/phosphorescence 
of  biacetyl  seeded  into  a  jet  of  N?  which  flows  into  a  slow  co-flow  of  pure  N2;  the  experiment  is 
conducted  at  atmospheric  conditions.  The  scattered  light  is  recorded  on  an  astronomy  grade, 
unintensified  large  format  (384x576  pixels)  CCD  camera.  Our  objective  is  twofold:  to  explore 
the  use  of  imaging  cameras  with  a  very  large  number  of  pixels;  and  to  generate  a  high  quality 
data  set  useful  in  addressing  the  physics  of  this  fundamental  flowfield.  The  underlying  hypothe¬ 
sis  of  the  effort  is  that  2-d  image  data  of  the  jet  mixture  fraction,  of  a  quality  suitable  for  digital 
image  processing,  will  provide  critical  tests  of  mixing  models  and  stimulate  new  insights 
regarding  such  flows.  An  example  of  recent  data  is  shown  in  Fig.  2  for  the  case  of  a  Reynolds 
number  =  8500  jet  The  figure  provides  a  false-color  display  of  the  instantaneous  mixture  frac¬ 
tion,  six  histograms  of  the  distribution  at  discrete  axial  locations,  and  corresponding  data  for  rms 
fluctuations  based  on  a  25  image  data  set.  It  is  clear  that  such  data  should  be  useful  in  answering 
questions  regarding:  (1)  differences  between  instantaneous  and  time-averaged  fields;  (2)  the  role 
of  organized  structures;  (3)  regions  of  high  dissipation;  (4)  details  of  scale  sizes  and  character, 
and  (5)  various  issues  of  correlations  and  statistics. 

Velocity  Imaging 

A  specific  objective  in  our  research  is  the  establishment  of  imaging  concepts  for  velocity 
which  utilize  molecular  constituents  of  gaseous  flows.  During  the  past  year  we  made  good 
progress  on  the  development  of  a  PLIF  scheme  based  on  pulsed,  broadband  laser  excitation. 
This  new  approach  (see  ref.  1)  should  enable  true  single-shot  determinations  of  two  velocity 
components  in  a  plane,  and  it  has  the  potential  for  enabling  simultaneous  measurements  of 
velocity,  temperature  and  species.  The  underlying  concept  of  the  measurement  is  the  Doppler 
effect,  which  influences  the  absorption  of  a  gas  moving  in  the  direction  of  incident  laser  light. 
The  subsequent  fluorescence  is  simply  a  measure  of  the  absorption.  An  example  of  recent  work 
carried  out  in  a  supersonic  underexpanded  jet  of  N2  seeded  with  a  low  level  of  NO  is  shown  in 
Figs.  3  and  4;  Fig.  3  presents  raw  PLIF  data  while  Fig.  4  presents  processed  data  for  the  axial 
and  radial  velocity  components  at  one  axial  location  (x/D=3).  This  scheme  is  particularly 
promising  for  probing  hypersonic  flows  at  reduced  densities. 

Laser-Photolvsis  Shock  Tube 

During  the  past  year  we  have  continued  development  of  a  shock  tube  which  combines 
gasdynamic  heating  with  excimer  laser  photolysis  as  a  means  of  generating  controlled  levels  of 
free  radical  species  at  elevated  temperatures.  Such  a  device  provides  new  capability  for  funda¬ 
mental  studies  of  reaction  kinetics  and  spectroscopy  in  species  of  interest  in  combustion  and 
plasma  sciences.  A  critical  adjunct  to  the  new  shock  tube  is  the  continued  development  of 
sensitive  species  detection  schemes  based  on  both  atomic  resonance  lamps  and  tunable  dye 
lasers.  As  an  example  application  of  a  new  high-performance  microwave-discharge  resonance 


lamp  which  operates  at  1 19.9  nm  for  N-atom  detection.  Figs.  5  and  6  illustrate  raw  data  and  rate 
coefficients  obtained  in  laser  photolysis  experiments  with  NO  in  Ar.  The  193  nm  excimer 
photons  are  used  to  produce  a  few  ppm  of  N  (and  an  equal  amount  of  O)  which  subsequently 
reacts  via  N  +  NO  — >  O  +  N^.  The  decay  rate  of  N  by  the  pseudo-first  order  reaction  leads 
directly  to  the  only  data  for  this  rate  coefficient  at  temperatures  of  1400-3500K.  The  data  are  in 
excellent  agreement  with  a  previous  determination  of  the  reverse  rate  in  this  laboratory  by 
another  shock  tube  method. 

Other  Projects 

Other  projects  currently  underway  include:  (1)  quantitative  imaging  of  Mie  scattering  from 
sheet-illuminated  sprays  to  obtain  instantaneous  particle  size  distributions;  (2)  development  of 
detailed  absorption/fluorescence  spectroscopy  codes  for  02,  OH  and  NO;  (3)  laser  ignition  of 
combustion  gases;  (4)  multi-photon  PLIF  imaging  of  and  N2;  and  (5)  development  of 

advanced  solid-state  camera  systems. 
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NITRIC  OXIDE  PLIF  IMAGES  OF  A  SHOCK 
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Fig.  1.  Single-shot  PLIF  images  at  two  discrete  times  following  shock  reflection  from  a 
stepped  end  wall.  The  gray  scale  is:  black  (max  signal)  and  white  (min  signal). 
Thus  the  black-white  boundary  marks  the  reflected  shock  wave  location  and  shape. 
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Fig.  5.  Photolysis  Shock  Tube  data. 
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Fig.  6.  Rate  coefficient  results. 
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SUMMARY/OVERVIEW: 

The  phenomenon  of  multiple  scattering  significantly  complicates  the  analysis  of  radiation 
transfer  through  particulate-laden  media.  Nonintrusive  diagnostics  for  reacting  flows  depend  on 
an  understanding  of  light  scattering  and  propagation,  and  for  that  reason  can  unfortunately  not  be 
used  in  the  many  important  systems  and  applications  involving  optically  thick  media.  The  long 
term  objective  of  this  research  is  the  development  of  methods  for  nonintrusive  characterization 
of  optically  thick  aerosols  which  could,  in  turn,  allow  calculation  of  the  effect  of  the  multiple 
scattering  on  other  diagnostics  techniques.  Specifically,  we  are  continuing  research  on 
diagnostic  methods  and  the  supporting  theoretical  models  to  permit  on-line  characterization  of 
the  size  distribution  of  optically  thick  aerosols  of  large  particles  using  multi-angle  interrogation 
and  multi-angle  scattering  measurements . 

TECHNICAL  DISCUSSION: 

One  of  the  most  difficult  problem  areas  for  future  work  in  optical  diagnostics  involves 
measurements  in  optically  thick  media.  The  overall  objective  of  this  research  is  to  develop 
methods  to  perform  inverse  scattering  measurements  of  particle  size  distributions  under 
conditions  where  multiple  scattering  is  significant.  The  research  involves  work  in  the  following 
four  areas:  development  of  an  experimental  facility  for  multiple  scattering  research;  verification 
of  a  new  multiple  scattering  scaling  law;  research  on  inverse  multiple  scattering  algorithms;  and 
research  on  strategies  for  "active  interrogation"  of  multiple  scattering  media. 

In  the  last  period  of  this  research  we  have  concentrated  on  verifying  the  performance  of  a 
new  technique  for  solving  the  inverse  scattering  problem  for  optically  thick  sprays.  Fig.  1  is  a 
schematic  of  the  proposed  optical  system  for  making  laser  diffraction  measurements  in  thick 
sprays.  The  key  difference  between  Fig.  1  and  conventional  single  scattering  Fraunhofer 
instruments  is  the  presence  of  a  programmable  mask  in  the  front  focal  plane  of  the  transmitter 
lens.  The  programmable  mask  has  annular  ring  apertures  which  can  be  individually  switched  on 
(transmitting)  or  off  (absorbing  or  opaque).  A  ring  of  light  in  the  front  focal  plane  of  an  ideal 
transmitter  lens  produces  a  hollow  cone  of  light  of  constant  angle  0  passing  through  the  spray  or 
particle  sample  volume.  By  switching  open  the  various  rings,  a  sequence  of  hollow  cones  of 
probe  radiation  is  created.  The  fraction  of  the  incident  energy  in  the  cones  which  is  not  scattered 
by  the  medium  is  redirected  by  the  transform  lens  to  a  ring  on  the  detection  plane  which  matches 
the  ring  in  the  programmable  mask  (assuming  the  focal  lengths  of  the  transmitting  lens  and  the 
transform  lens  are  equal).  Light  which  is  scattered  by  particles  in  the  spray  leaves  at  some  angle 
different  than  the  cone  angle  and  ends  up  at  another  radial  position  (i.e.  a  different  detector  ring) 
on  the  detector  plane.  A  conventional  photodiode  array  ring  detector  or  a  matched 
programmable  mask  followed  by  a  field  lens  and  detector  as  reported  by  Dellenback  and 
Hirleman  ( 1 ,2]  can  be  used. 

The  inverse  scattering  problem  for  single  scattering  requires  n  measurements  (effectively 
n  equations)  to  solve  for  n  unknowns,  where  the  unknowns  are  the  quantity  of  particles  in  n  size 
classes.  The  n  measurements  involve  a  sampling  of  the  scattering  signature,  and  are  the  amounts 
of  light  scattered  into  various  scattering  angles  and  which  eventually  strike  associated  detectors. 


The  incident  beam  must  be  narrow  and  well -defined  both  spectrally  and  in  angular  distribution  to 
allow  credible  inversions.  Conventional  diffraction  systems  use  a  collimated  (incident  angle  of 
zero)  input  or  interrogation  laser  beam,  but  we  have  pointed  out  that  any  angle  could  in  fact  be 
used.  The  optical  system  of  Fig.  1  generates  incident  beams  of  various  angles,  and  for  each 
incident  cone  n  scattering  measurements  could  be  made.  Thus,  the  system  in  Fig.  1  could 
theoretically  provide  enough  measurements  to  support  n  independent  solutions  to  the  n  by  n 
single  scattering  system. 

In  optically  thick  media,  the  inverse  problem  becomes  more  complex  because  the  light 
which  eventually  reaches  the  detectors  has,  in  general,  undergone  more  than  one  scattering 
event.  In  other  words,  the  single  scanering  signature  (which  can  be  modeled  relatively  easily)  is 
perturbed  or  altered  by  the  additional  (multiple)  scattering  events  which  occur  after  the  light 
leaves  the  first  scattering  event  on  its  way  to  a  detector.  Additional  unknowns  are  thereby 
introduced,  specifically  variables  which  determine  or  predict  the  expected  fate  of  light  which 
would  have  reached  each  of  the  various  detectors  if  not  for  the  thick  medium.  Now  since  light 
originally  traveling  at  a  scattering  angle  corresponding  to  say  the  jth  detector  could  be 
rescattered  into  n  other  detectors,  there  are  n2  unknowns  necessary  to  model  the  n-angle 
scattering  behavior  of  an  optically  thick  medium.  In  contrast,  the  single  scanering  medium 
required  only  n  equations  and  unknowns.  Clearly  then  additional  measurements  are  needed  to 
characterize  a  multiple  scanering  medium,  and  the  system  in  Fig.  1  can  provide  n2  independent 
measurements  (each  of  n  incident  light  cones  scanered  to  n  detectors).  After  the  n2 
measurements  are  taken  via  Fig.  1,  an  n2  by  n2  system  of  equations  must  effectively  be  solved  to 
determine  the  particle  size  distribution. 

This  n2  by  n2  system  of  equations  which  represent  the  inverse  problem  is  based  on  the 
successive-order  discrete-ordinates  multiple  scattering  model  of  Hirleman  [3]: 


Sm  -•  exp(-b)  •  exp(afb  •  H)  •  So  (1 ) 

where  Sm  is  a  vector  representing  the  scattering  signature  for  a  general  medium  of  arbitrary 
optical  depth  (the  first  element  corresponds  to  zero  degree  scattering,  the  second  to  the  smallest 
detector  scattering  angle,  etc.).  So  contains  the  angular  distribution  of  the  incident  radiation  (Si 
would  therefore  be  identical  to  the  scattering  signature  for  an  optically  thin  medium),  H  is  the 
single  scattering  redistribution  matrix,  b  is  the  optical  depth,  and  af  is  defined  as  the  forward 
scattering  albedo.  The  first  column  of  H  is  proportional  to  the  scanering  signature  that  would  be 
obtained  with  a  conventional  diffraction  system  using  collimated  incident  radiation  onto  a  thin 
medium.  In  conventional  laser  diffraction  systems  then,  the  first  column  of  H  is  effectively  used 
in  an  inversion  to  obtain  the  size  distribution. 

Now  consider  a  multiple  scattering  redistribution  matrix  Hm  defined  using  Eq.  (1): 


Sm  =  Hm  •  So  (2) 

Hm  *  exp(-b)  •  exp(afb  •  H)  (3) 

Now  a  conventional  diffraction  system  under  multiple  scattering  conditions  will  measure 
a  signature  proportional  to  the  first  column  of  Hm.  and  only  for  small  b  are  H  and  Hm 
equivalent.  But  H  can  be  determined  from  measured  Hm  using: 

H  =  exp(b)  /  (afb)  •  In  (  Hm  )  (4) 

The  n2  terms  of  Hm  are  measured  using  Eq.  (2)  by  illuminating  the  medium  using  n  different  So 
vectors  and  measuring  the  scattering  signature  on  n  different  detectors  for  each  incidence  case. 
Then  H  is  obtained  from  Eq.  (4)  which  in  effect  amounts  to  "reaching  into  the  medium"  and 
determining  the  scattering  signature  that  is  present  after  just  one  scanering  event  has  taken  place. 
Once  die  single  scanering  properties  of  the  medium  are  known,  the  inverse  problem  can  be 
solved  using  an  array  of  methods  discussed  by  Koo  [4]. 


Some  numerical  and  experimental  studies  of  the  proposed  inverse  scattering  algorithm 
have  been  performed.  NBS  standard  reference  material  1003A  has  been  used  as  the  particle  size 
distribution  for  this  work.  The  first  results  involve  a  numerical  study  of  the  inversion.  In  this 
study  the  theoretical  H  matrix  was  calculated  for  SRM  1003 A  using  published  methods  [3],  and 
then  Hnt  calculated  for  a  series  of  values  of  the  optical  depth  parameter  b  using  Eq.  (3).  The 
calculated  elements  of  Hm  were  perturbed  by  adding  a  simulated  random  noise  contribution.  A 
numerical  simulation  of  the  measured  H  matrix  was  then  determined  from  Eq.  (4),  and  the  first 
column  of  the  resulting  H  is  plotted  in  Fig.  2  for  a  typical  noise  level.  The  first  column  of  H 
obtained  in  this  manner  is  an  estimate  of  the  single  scattering  signature,  and  could  be  used  in  a 
conventional  single  scanering  inversion.  Errors  of  the  order  shown  in  Fig.  2  do  not  degrade 
significandy  the  inverse  scattering  algorithms  for  obtaining  panicle  size  distributions  as 
discussed  by  Koo  [4].  Some  experimentally  measured  columns  of  Hm  obtained  using  cone 
illumination  as  discussed  above  are  shown  in  Fig.  3.  The  results  show  that  the  new  method  is 
feasible  for  measuring  size  distributions  in  optical  depths  up  to  b  =  6  (99.75%  extinction). 
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Fig.  1 .  Schematic  of  a  next-generation  laser  diffraction  particle  sizing  instrument  which  allows 
multi-angle  interrogation  and  multi-angle  scattering  measurements.  The  programmable  mask 
creates  annular  ring  of  light  which  are  converted  into  cone  of  light  of  varying  angles  to 
illuminate  the  particle  field. 
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Fig.  2.  Plot  showing  the  first  column  of  the  single  scattering  redistribution  matrix  H 
reconstructed  in  a  numerical  experiment  using  an  inversion  of  synthetic  scattering  data.  The 
assumed  optical  system  had  an  RI  Inc.  ring  detector  and  a  f  =  125  mm  transform  lens.  The 
calculated  elements  of  the  Hm  matrix  were  perturbed  with  simulated  Gaussian  noise  of  5%. 
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Fig.  3.  Measured  and  predicted  data  for  two  columns  of  the  multiple  scattering  redistribution 
matrix  Hm-  The  data  are  for  NBS  SRM  1003 A  for  a  laser  diffraction  system  with  an  RSI  Inc. 
ring  detector  and  a  transform  lens  with  f  =  125  mm.  The  j  values  correspond  to  ring  detector 
numbers  (0.0162  and  0.0434  rad  for  rings  14  and  22  respectively). 
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SUMMARY/OVERVIEW: 

New  quantitative  remote  detection  techniques  for  atomic  and  molecular  fluorine  that 
have  high  sensitivity,  coupled  with  good  temporal  and  spatial  resolution,  are  needed  for 
such  diverse  applications  as  semiconductor  manufacturing  and  laser  development  The 
goal  of  this  project  is  to  develop  quantitative  detection  techniques  based  on  two-photon 
excitation  of  atomic  or  molecular  states  followed  by  the  detection  of  fluorescence  or 
ionization.  In  this  paper  we  report  the  first  observation  of  fluorescence  from  two-photon 
excitation  of  the  F^g  and  f^IIg  states  of  F2.  Using  a  vacuum  jpectrometer,  we  have 
shown  that  the  fluorescence  corresponds  to  the  157  nm  F2  laser  transition. 

TECHNICAL  DISCUSSION 

At  the  1988  AFOSR  Contractors  Meeting  we  reported  the  two-photon  resonant, 
three-photon  ionization  spectroscopy  of  molecular  fluorine,  probing  the  F^gfv'aO.l^) 
and  f3IIg(v,=3)  states.  Since  that  time,  we  have  observed  fluorescence  from  the 
F1rig(v,=2)  and  f^ngCv^)  states.  Emission  spectra  of  the  FIng(v'=2)  state  and  high 
resolution  fluorescence  excitation  spectra  of  both  the  F1ng(v'=2)  and  f3ng(v'=3)  states 
have  been  obtained.  In  addition  to  providing  a  means  of  detecting  the  ground  state  of  F2, 
this  fluorescence  is  the  first  optical  pumping  of  the  important  F2  laser  transition  in  the 
VUV. 

The  experimental  arrangement  for  two-photon  excitation  of  F2  is  shown  in  Figure 
1.  The  light  from  an  excimer-pumped  dye  laser  is  frequency  doubled  in  a  p-BaB2C>4 
crystal  to  give  about  200  \iJ  at  207  nm.  This  light  is  focused  with  a  5 -cm  lens  into  a  cell 
containing  a  mixture  of  fluorine  and  helium.  Fluorescence  light  is  collected  and  collimated 
with  a  5-cm  MgF2  lens,  focused  with  a  25-cm  MgF2  lens  onto  the  input  slits  of  a  vacuum 
spectrometer,  and  detected  with  a  Csl  solar  blind  photomultiplier  at  the  exit  slits.  Imaging 
the  focal  volume  of  the  laser  onto  the  slits  enhances  the  contrast  between  the  fluorescence 
and  the  scattered  laser  light  The  207-nm  light  that  passes  through  the  cell  either  passes 
through  a  calibration  cell  containing  NO  or  onto  a  pyroelectric  energy  meter.  The  1+1 
REMPI  signal  from  the  B^II*— X2n(3,0)  band  in  NO  is  used  as  a  wavelength  calibration. 


We  have  calibrated  this  NO  band  against  iodine  fluorescence  by  operating  the  dye  laser  at 
about  621  nm,  doubling  the  frequency  in  a  KDP  crystal,  and  mixing  the  doubled  and 
fundamental  beams  in  the  same  (3-BaB204  crystal.  Part  of  the  remaining  fundamental  beam 
was  directed  to  an  iodine  cell,  while  the  mixed  beam  passed  through  the  NO  cell. 

High  resolution  fluorescence  excitation  spectra  have  been  obtained  of  both  the 
F1Ilg(v,*2)  and  f3rig(v'=3)  states.  A  fluorescence  emission  spectrum  obtained  using  the 
vacuum  spectrometer  when  exciting  the  F1rig(v,=2)  state  is  shown  in  Figure  2.  This 
spectrum  agrees  very  well  with  those  observed  in  electron  excited  F2-rare  gas  mixtures.1'2 
Thus  we  conclude  that  our  initially  excited  F1^  levels  are  being  collisionally  transferred 
to  the  upper  level  of  the  F2  laser,  believed  to  be  the  outer  well  of  the  f3ng  state.  This 
discovery  is  important  because  it  establishes  with  high  certainty  the  origin  of  the  F2  laser 
transition  (about  which  there  has  been  some  controversy).3  In  addition,  because  this  state 
can  now  be  accessed  optically,  the  kinetics  of  the  laser  may  be  studied  in  an  environment 
which  can  be  controlled  much  better  than  that  of  electron  beam  or  discharge  excitation. 

Detection  of  atomic  fluorine  was  demonstrated  under  the  previous  AFOSR  contract 
(No.  F49620-85-K-0005).4  This  scheme  involves  two-photon  excitation  with  170-nm 
light  followed  by  detection  of  fluorescence  at  776  nm.  In  the  previous  experiments  the 
170-nm  light  was  generated  as  the  sixth -order  anti-Stokes  Raman  wave  in  H/2\of  a 
doubled  Nd:YAG  pumped  dye  laser,  which  yielded  only  about  10  pj  at  170  nm.  To 
increase  the  sensitivity  of  the  detection  technique,  which  depends  on  the  square  of  the 
pump  laser  intensity,  we  have  designed  and  constructed  a  new  apparatus  for  generating 
intense  narrow-band  170-nm  radiation  by  Raman  shifting  an  ArF  laser.  By  Raman  shifting 
in  HD  gas,  the  tuning  range  of  the  second  anti-Stokes  wave  of  ArF  covers  the  two-photon 
transition  in  atomic  fluorine.  We  hope  to  obtain  100  times  more  energy  than  was  available 
previously.  If  successful,  this  would  be  an  important  advance  in  making  the  two-photon 
excited  fluorescence  detection  of  atomic  fluorine  simpler  and  more  sensitive. 
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Figure  1 .  Experimental  schematic  for  F2  detection. 
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SUMMARY/OVERVIEW:  The  objective  of  this  research  was  to  continue  the  develop¬ 
ment  and  application  of  the  thermal-phosphor  LIF  technique  for  temperature  mea¬ 
surement  on  reacting  surfaces.  During  this  program,  the  technique  has  been 
extended  from  a  point  to  a  two-dimensional  measurement,  developed  for  measuring 
thermal  depth  profiles  of  reacting  materials,  and  applied  to  ceramic  and  composite 
materials  for  heat-transfer  studies.  During  the  past  year  a  major  effort  has  been 
underway  to  develop  a  fiber-optic  probe  based  on  the  LIF  technique  and  to  extend  the 
LIF  method  to  the  simultaneous  measurement  of  velocity  and  temperature. 

TECHNICAL  DISCUSSION 

The  thermal-phosphor  LIF  technique  lends  itself  naturally  to  the  development  of  a 
fiber-optic  probe.  The  advantages  of  such  a  probe  over  thermocouples  include 
increased  signal-to-noise  ratio,  ability  to  survive  harsh  flame  and  chemically  reacting 
environments,  and  natural  immunity  to  optical  and  electronic  interference.  The  experi¬ 
mental  arrangement  of  the  fiber-optic  probe  developed  for  study  is  shown  in  Fig.  1. 
The  probe  consists  of  a  200-^m  sapphire  rod  to  which  a  single  Dy:YAG  crystal  is 
bonded  using  a  high-temperature  ceramic  adhesive.  Sapphire  was  chosen  for  this 
purpose  because  of  its  high  melting  temperature  and  chemical  inertness.  The  sap¬ 
phire  rod  is  coupled  to  a  quartz  fiber-optic  cable  which  serves  not  only  to  transmit  the 
355-nm  light  from  a  Nd:YAG  laser  which  excites  the  Dy:YAG  crystal  but  also  to  receive 
the  resulting  fluorescence  signal  from  the  crystal.  Because  the  probe  is  single  ended, 
it  can  be  employed  in  minimum-optical-access  applications  such  as  internal  combus¬ 
tors  and  turbo-machinery.  The  355-nm  beam  is  coupled  into  the  quartz  fiber  by  a 
beam  splitter  which  reflects  the  UV  beam  and  transmits  visible  wavelengths.  The  fluo¬ 
rescence  signal  from  the  crystal  exits  the  quartz  fiber,  where  it  is  collimated  and  split 
into  two  equal  paths  which  are  fed  into  green  (496-nm)  or  blue  (467-nm)  filters  and 
detected  by  photomultipliers.  The  integrated  signals  from  both  photomultipliers  are 
digitized  and  stored  in  a  computer  for  analysis.  Data  reduction  consists  of  ratioing  the 
blue  and  green  signals  to  determine  the  probe  temperature. 

Calibration  of  the  fiber-optic  probe  was  conducted  with  a  platinum  coiled  oven  over 
the  temperature  range  300  -  1700  K.  Because  of  the  size  of  the  sapphire  probe,  its 
temporal  response  is  limited.  Thus,  the  main  applications  of  the  probe  are  associated 
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with  average-temperature  measurements.  By  isolating  the  thermally  sensitive  phos¬ 
phors  from  the  sapphire  tip  (dispersing  the  crystals  in  the  material  to  be  studied),  how¬ 
ever,  the  response  can  be  greatly  increased.  Applications  of  this  probe  to  gaseous 
and  solid  combustion  processes  are  presently  underway. 

A  substantial  portion  of  the  effort  during  the  past  year  has  been  devoted  to  extension  of 
the  thermal-phosphor  LIF  technique  to  a  method  for  simultaneous  two-dimensional 
measurement  of  velocity  and  temperature.  The  concept  involves  combining  the 
unique  capabilities  of  the  LIF  technique  in  determining  temperature  with  the  capabili¬ 
ties  of  particle-image-velocimetry  (PIV)  techniques  to  enable  measurement  of  both 
temperature  and  velocity  in  a  combusting  flowfield.  The  extended  technique  consists 
of  seeding  a  flowfield  with  Dy:YAG  particles,  exciting  fluorescence  within  the  particles 
from  which  the  local  gas  temperatures  can  be  determined,  and  then  exposing  the  par¬ 
ticle  field  a  second  time  to  determine  the  spatial  displacement  of  the  particles  between 
laser  pulses.  The  double  exposure  of  the  particle  field  can  be  achieved  by  utilizing  a 
double-pulsed  Nd:YAG  laser.  This  laser  is  capable  of  producing  two  laser  pulses 
separated  by  a  25  -  250  ^s  interval.  By  controlling  the  time  separation  between  laser 
pulses,  the  spatial  resolution  of  the  velocity  measurement  can  be  adjusted  to  -  1  mm 
for  flows  up  to  40  m/s. 

The  double-exposed  particle-field  image  is  captured  either  with  a  digitizing  camera  or 
on  film.  The  resulting  image  is  then  analyzed  to  determine  the  coordinates  of  the  par¬ 
ticles  and  to  match  displaced-particle  image  pairs  of  the  double-pulsed  image.  This 
analysis  is  a  two-step  process  which  involves  1)  construction  of  a  correlation  map  from 
which  average-velocity  displacements  can  be  determined  and  2)  use  of  a  particle 
tracker  which  employs  the  average-displacement  information  to  find  particle  pairs. 
With  the  combined  correlator-tracker,  -  1  -  3  min.  is  required  to  determine  the  velocity 
vectors  over  a  384  x  576  pixel  image.  As  with  most  other  double-pulsed  velocimetry 
techniques,  this  method  displays  a  180-deg.  directional  ambiguity,  associated  with  the 
initial  pulse  being  indistinguishable  from  the  second  pulse.  However,  since  the  direc¬ 
tion  of  velocity  flow  in  most  cases  is  well  known,  this  does  not  present  a  problem. 
Results  from  measurements  made  on  a  cold  flowing  jet  from  a  5-mm  tapered  nozzle 
are  presented  in  Fig.  2.  The  measured  exit  velocity  of  the  cold  jet  was  35.5  m/s,  which 
agreed  well  with  the  33.7  m/s  velocity  based  on  the  mass  flow  of  the  jet. 

The  experimental  arrangement  for  combining  the  LIF  and  PIV  techniques  is  shown  in 
Fig.  3.  A  double-pulsed  Nd:YAG  laser  will  be  used  to  produce  a  355-nm  laser  sheet 
for  particle  fluorescence  and  to  produce  a  532-nm  laser  sheet  for  Mie  scattering  for  the 
PIV  technique.  Two  CCD  cameras--an  intensified  one  for  the  LIF  technique  and  a 
non-intensified  one  for  the  PIV  technique-are  required  for  combining  the  techniques. 
The  flowfield  to  be  studied  will  be  seeded  with  Dy:YAG  crystals  which  will  not  only 
fluoresce  when  excited  by  the  355-nm  laser  light,  allowing  the  temperature  to  be 
determined,  but  also  act  to  scatter  the  532-nm  laser  light  (Mie  scattering)  to  pinpoint 
individual  particle  positions  for  velocity  determination.  Experiments  are  presently 
underway  to  apply  the  combined  technique  to  the  study  of  simple  jet  diffusion  flames. 
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Figure  1 .  Schematic  Diagram  of  Thermal-Phosphor  LIF  Fiber-Optic 
Probe.  LI  and  L 2  are  lenses;  BS1  is  50/50  beam  splitter; 
BS2  is  UV  beam  splitter;  BF  is  blue  filter;  GF  is  green  filter; 
PMT  is  photomultiplier. 
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Figure  3.  Schematic  Diagram  of  Experimental  Layout  ror  uomunieu 
Temperature  (LIF)  and  Velocity  (PIV)  Measurements. 
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X  35  m/s 


Figure  2.  Measured  Velocity  Vectors  from  a  5-mm 
Jet.  Average  speed  was  determined  to 
be  35.5  m/s.  Data  were  reduced  with 
correlator-tracker  software. 
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SUMMARY/OVERVI EW : 

The  research  will  involve  diagnostic  studies  of  plasma  thrusters.  These 
devices  generate  ionized  gases  which  are  accelerated  at  thermal  and  elec¬ 
tromagnetic  modes.  The  research  effort  will  use  the  new,  high  resolution 
diagnostic  techniques  that  will  determine  electron  densities,  local  mag¬ 
netic  fields  and  density  fluctuations  indicating  anomalous  transport.  A 
long  wavelength  carbon  dioxide  laser  which  allows  more  sensitive  measure¬ 
ments,  with  its  long  wavelength,  will  be  used.  The  laser  will  be  coupled 
with  a  Far  Infrared  Laser  System  capable  of  generating  beams  around  ten 
milliwatt  power  levels,  and  provide  a  diagnostic  study  that  has  not  yet 
been  used  in  thruster  plasma  diagnosis. 

TECHNICAL  DISCUSSION: 

Description  and  Capabilities  of  Laser  Source 

The  laser  system  that  will  be  the  heart  of  the  diagnostic  arrangements  is 
a  C02  source  (Model  570,  Apollo  Lasers,  Chatsworth,  CA) .  This  is  a  tunable 
system  with  an  output  of  30  Watts  minimum  at  50  or  more  wavelengths,  TEM®.  It 
is  capable  of  65  W  output  CW  or  200  W  pulsed.  This  laser  can  also  be  used  to 
pump  an  FIR  laser  (Model  122,  Apollo  Lasers,  Chatsworth,  CA) .  Using  methanol, 
this  can  operate  between  70  pm  and  500  /^m;  at  118.8  pm  power  levels  on  the  order 
of  100  mW  CW  or  200  mW  pulsed  are  available;  beam  diameter  is  10  mm.  These  wave¬ 
lengths  and  power  levels  are  appropriate  for  diagnosing  the  plasmas  of  interest 
in  the  exhaust  of  plasma  thruster,  as  will  be  discussed  below.  Along  with  the 
laser,  modulating  and  mixing  components  in  the  optical  train  are  critical,  as 
well  as  detectors  at  the  various  wavelengths. 
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Plasma  Properties  In  the  Thruster  Exhaust  Field 

The  plasma  being  ejected  from  MPD  type  device  has  been  categorized  by  a 
number  of  research  studies.  In  1971,  NASA-Lewis  reported  Thomson  scattering 
measurements  in  the  exhaust  of  a  nitrogen  MPD:  at  20kA,  and  11.2kA  30  cm  from 
the  exit  plane  Ne  »  8xl013  cm'3,  Te  «  5  eV.  With  argon,  a  propellent,  a  spatial 
variation  of  properties  was  reported  by  E.M.  Campell  (Princeton  EPL)  in  1977, 
who  used  Langmuir  probes:  at  4kA  with  12g/Sec,  Ne  -  6xl014  cm'3  to  2  x  1013  cm*3 
between  0  and  30  cm  on  axis  while  Te  -  12,000°K  to  4,00Q°K  between  0  and  30  cm. 
In  1985,  an  MPD  operated  at  AFAL  was  diagnosed  with  Langmuir  probes  developed 
by  the  principal  investigator  and  indicated  Te  «  2eV  at  25  cm,  while  Ne  -  4.48 
x  1015  at  20  cm  and  Ne  -  1.9  x  1015  at  30  cm. 

Based  on  the  above  evaluations,  it  is  anticipated  that  source  plasma 
generated  by  4kA  will  produce  plasmas  with  Ne  =  1015  cm'3,  4eV  and  will  expand  to 
Ne  “  1014  cm'3,  Te  »  2eV  at  30  cm.  These  are  critical  values  when  designing  a 
diagnostic  system. 


PROPOSED  RESEARCH  STUDIES 

The  effort  to  be  carried  out  will  involve  three  different  diagnostic 
measurements  with  the  C02  laser  based  system:  (1)  multi-beam  interferometry;  (2) 
Faraday-rotation  measurements  of  local  B-field;  and  (3)  fluctuation  studies. 
Each  of  these  has  its  own  inherent  difficulty;  i.e. ,  this  is  not  an  application 
of  off-the-shelf  type  techniques,  but  the  application  of  recently  reported, 
physically  proven  techniques  which  will  require  careful  experimental  design  and 
unique  components  to  produce  useful  results.  Generally,  the  list  above  is 
indicative  of  increasing  difficulty.  A  one  year  effort,  especially  with  a 
significant  percentage  being  carried  by  a  (new)  graduate  student  researcher,  must 
concentrate  on  the  simpler  techniques  in  order  to  optimize  results.  Accordingly, 
some  techniques  (2  and  3)  will  receive  careful  and  complete  evaluation  with 
respect  to  experimental  design,  while  emphasis  will  be  directed  to  accomplishing 
measurements  with  the  multi -beam  interferometer. 

{IVtUi-b^aMLlpteyferoipetei; 

This  technique  generally  utilizes  a  Mach-Zender  configuration.  A  measure¬ 
ment  of  phase  shift  (0)  allows  determination  of  electron  density  as 

Z2 

^  -  2.82  x  10*13  X0  J  Ne(Z)dZ 

Z1 


(Cg5  units) 


When  A0  Is  the  laser  wavelength,  Z  is  the  path  variable  through  the  plasma.  In 
the  above,  measurement  of  $  indicates  the  integrated  line  density. 

Clearly,  one  can  see  the  importance  of  C02  radiation  at  10pm  as  compared 
to  say,  red  light  at  6973A.  Also,  the  unfolding  of  an  axisymetric  profile  of 
Ne  requires  a  large  number  (2-5)  of  interferometer  channels.  Successful  applica¬ 
tions  of  this  technique  with  C02  lasers  have  produced  time  histories  of  profiles 
of  Ne(r)  over  a  period  of  20  ms  with  Ne  =  1012  cm'3  and  1  =  10  cm.  Considerable 
care  will  have  to  be  exercised  in  detector  selection  to  be  successful.  The  use 
of  a  Bragg  cell  to  modulate  the  beam  has  proven  successful  and  that  technique 
will  be  pursured.  Care  will  have  to  be  taken  with  the  beam  deflection  (oc)  due 
to  gradients,  as  oc  —  Mo  A?,  and  this  could  cause  problems  in  location  of  detector 
windows.  Another  advantage  of  large  A0  is  that  the  sensitivity  to  mechanical 
vibration  decreases;  specifically,  when  A0  >  4  x  108  [Ae/r0no]  where  Ae  is 
vibration  induced  path  change  and  r„  is  plasma  radius . 

Faraday  Rotation  Measurements  of  B  field  -  Polarimetrv 

The  determination  of  local,  unperturbed  magnetic  field  is  quite  difficult; 
all  experimenters  use  physical  loops  placed  in  the  plasma.  This  disturbs  the 
signal,  cools  the  plasma,  and  alters  current  conduction  path.  So,  a  nonintrusive 
technique  is  quite  valuable.  Through  Maxwells'  equation,  the  local  current  den¬ 
sity  can  also  be  determined. 

The  basic  principle  of  this  measurement  is  that  the  plane  of  polarization 
of  a  laser  beam  will  be  rotated  proportional  to  B,  as 

6  (deg)  -  1.5  x  1CT12  A2  JjNeBu(kG)dl 

Clearly,  a  large  A0  will  allow  significant  0  to  be  generated  even  though  Bn 
(the  component  of  B  along  propagation)  will  be  small.  Specifically  with  Ne  « 
1012  cm  3  and  1  *  10  cm,  the  9  with  C02  radiation  would  be  very  difficult  to 


336 


measure.  However,  using  118.8  pm  will  produce  a  rotation  of  greater  than  1 
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degree.  It  can  be  seen  that  the  signal  involves  the  product,  Ne  Bu,  so  the 
results  from  the  C02  measurement  of  Ne(r)  will  be  critical  to  accurate  deter¬ 
mination  of  Bn(r)  profiles. 

Measurement  of  Electron  Density  Fluctuations 

This  technique  is  based  upon  the  principles  of  Thomson  scattering  -scat¬ 
tering  from  free  elections  and  ions.  The  ability  to  measure  fluctuations,  which 
are  extremely  important  because  they  generate  anomalous  transport,  is  related 
to  a  number  of  factors.  The  characteristic  parameter  for  Thomson  Scattering  is 
a  -  l/kAD  -  A0/4xADSin(9a/2)  where  AD  is  the  Debye  length  and  9,  is  the  scattering 
angle.  The  range,  «  «  1,  defines  normal  Thomson  Scattering  for  Te,  Ne.  When 
a  »  1  plasma  waves  and  thermal  ion  fluctuations  may  be  studied  and  ion  temper¬ 
ature  determined. 

Wave  scattering  can  result  in  large  enhancements  in  the  scattered  power, 
well  above  those  achieved  with  thermal  motion,  as  scattered  power  is 

Ps  -  kP0r2  Ag(N)2Lv 

Where  P„  is  incident  power,  r,  is  electron  radius,  A„  is  incident  wavelength,  N 
is  defined  by  N  core  (kZ-wt)  and  Lv  is  the  length  of  the  scattering  volume.  C02 
lasers  with  10-100  W  can  be  used,  but  also,  FIR  lasers  generating  119  pm  at  10- 
100  mW  output  power  levels  have  been  sufficient  to  perform  scattering  measure¬ 
ments  with  good  signal-to-noise  ratios.  One  critical  element  in  the  type  of  mea¬ 
surement  is  a  low-noise  fundamental  mode  mixer.  Fluctuation  measurements  over 
a  range  of  frequencies  have  been  made  with  plasmas  similar  to  those  expected  in 


MPD  exhaust  flows. 
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Dept,  of  Mechanical  Engineerin 
Colorado  State  University 
Fort  Collins  CO  80523 


Dr  Marlow  D.  Moser 

AFAL/DYCC 

Stop  24 

Edwards  AFB  CA  93523-5000 
(805) 275-5442 
AV525-544  2 


Dr  Philip  Muntz 

Dept,  of  Aerospace  Engineering 
University  of  Southern 
California 

Los  Angeles  CA  90089 


Dr  Claude  Merrill 

AFAL/MKPL 

Stop  24 

Edwards  AFB  CA  93523-5000 

(805)275-5169 

AV525-5159 


Dr  Richard  S.  Miller 
Office  of  Naval  Research 
Mecnanics  Division,  Code  432 
800  North  Quincy  Street 
Arlington  VA  22217-5000 
(202)696-4403 


Dr.  Robert  Moriarty 
University  of  Illinois 
(Chicago  Circle) 
Department  of  Chemistry 
Chicago  IL  60680 
(312)996-2364 


Dr  Kenneth  G  Moses 

Plasma  Technology  Division 

JAYCOR 

3547  Voyager  Street,  Suite  104 
Torrance  CA  90503-1667 
(213) 542-3800 


Dr  S  N  B  Murthy 

Dept  of  Mechanical  Engineering 

Purdue  University 

West  Lafayette  IN  47907 

(317)494-1509 

(317)494-5639 


Dr  Subhash  Narang  Dr  Lori  A.  Newhouse 

Chemistry  Laboratory  AFAL/DYCC 

SRI  International  Stop  24 

333  Ravenswood  Avenue  Edwards  AFB  CA  93523-5000 

Menlo  Park  CA  94025-3696  (805)275-5305 

AV525-5305 
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Dr  Arnold  T.  Nielsen 
Naval  Weapons  Center 
China  Lake  CA  93555-6001 
(619)939-1614 
AV4  37-16 1 4 


Mr  Randy  T  Nishiyama 
R/E/WPS 

US  Dept  of  Commerce 
NOAA,  325  Broadway 
Boulder  CO  80303-3328 


Col  James  R  Nunn 
AFAL/CC 

Edwards  AFB  CA  93523-5000 


Dr  Tae-Woo  Park 
AFAL/TODP 
Stop  24 

Edwards  AFB  CA  93523-5000 

(805)275-5196 

AV5  25-5 196 


Dr  Douglas  B.  Olson 
AeroChem  Research  Laboratories 
Inc. 

P.  0.  Box  12 
Princeton  NJ  08542 
(609)921-7070 


Ms  Dorothy  L  Pecker 
The  John  Hopkins  Univ/APL 
John  Hopkins  Rd 
Laurel  MD  20707 


Dr  Kenneth  Philippart 

AFAL/DYCC 

Stop  24 

Edwards  AFB  CA  93523-5000 

(805)275-5419 

AV525-54 19 


Lt  Col  Homer  Presley 
AFAL/LK 

Edwards  AFB  CA  93523-5000 
(805) 275-6530 
AV525-5630 


Dr  Leanne  Pitchford 
GTE  Laboratories 
40  Sylvan  Road 
Waltham  MA  02254 
(617)466-2704 


Dr  Edward  Price 
School  of  Aerospace  Engrg 
Georgia  Institute  of 
Technology 

Atlanta  GA  30332-0420 
(404)894-3063 


Dr  Richard  Priem 
Priem  Consultants 
13533  Mohawk  Trail 
Cleveland  OH  44130 
(216)845-1083 


Dr  Lawrence  P  Quinn 
AFAL/DYC 

Edwards  AFB  CA  93523-5000 
(805) 275-5353 
AV  525-5353 


Dr  Russell  Reed 
Naval  Weapons  Center 
China  Lake  CA  93555-6001 
(619) 939-7296 
AV437-7  296 


Dr  Robert  A  Rhein 
Research  Chemist 
Code  3244 

Naval  Weapons  Center 
China  Lake  CA  93555-6001 
(619)939-7392 
AV  437-7310 


Dr  J  W  Rich 

Department  of  Mechanical 
Engineering 

The  Ohio  State  University 
Columbus  OH  43212-1194 
(614) 292-6309 


Dr  Stephen  Rodgers 

AFAL/LKLR 

Stop  24 

Edwards  AFB  CA  93523-5000 

(805)275-5416 

AV525-5416 


Dr  David  Rosen 
Physical  Sciences  Inc. 
Dascomb  Research  Park 
Andover  MA  01810 
(617)475-9030 


Dr  David  S  Ross 

Director , Physical  Organic  Chem 

SRI  International 

333  Ravenswood  Avenue 

Menlo  Park  CA  94025-3696 

(415)859-2430 


Dr.  Michael  J.  Salkind 
AFOSR/NA 

Bolling  AFB  DC  20332-6448 

(202)767-0467 

AV297-0467 


Dr  Keith  Schofield 
Quantum  Institute 
University  of  California, 
Santa  Barbara 
Santa  Barbara  CA  93106 


Dr  Gary  I.  Sega 
Aerospace  Corp 
P.O.  Box  92957 
MS/747 

Los  Angeles  CA  90004 
(213) 648-6501 


Dr  Frank  Roberto 

AFAL/MKP 

Stop  24 

Edwards  AFB  CA  93523-5000 
(805) 275-5430 
AV525-5430 


Mr  Wayne  Roe 
AFAL/XRX 
Stop  24 

Edwards  AFB  CA  93523-5000 
(805) 275-5206 
AV525-5206 


Dr  S  D  Rosenberg 
P  0  Box  13222 
Sacramento  CA  95813 
(916)355-2609 


Dr  Kevin  Rudolph 

Martin  Marietta  Corporation 

Mail  Stop  S8071 

PO  Box  179 

Denver  CO  80201 

(303)977-3681 


Dr  Robert  Schmitt 
Chemistry  Lab 
SRI  International 
333  Ravenswood  Avenue 
Menlo  Park  CA  94025-3696 
(415) 859-5579 


Dr  Herbert  Schrade 

Institut  Fur  Raumf ahrtantriabe 

Universitat  Stuttgart 

Pfaf fenwaldring  31 

D-7000  Stuttgart  GE 

7116-852-383 

or  375 

Maj  Scott  A  Shackelford 
F  J  Seiler  Research  Laboratory 
United  States  Air  Force  Acad 
Colorado  Springs  CO  80840 
(719)472-2655 
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Dr  Pam  Sherretz 
Naval  Weapons  Center 
China  Lake  CA  93555-6001 
(619) 939-7392 
AV437-7392 


Prof  Jean'ne  M.  Shreeve 
Dept  of  Chemistry 
University  of  Idaho 
Moscow  ID  83843 
(208)885-6552 


Lt  Col  LaRell  Smith 

EOARD/LRC 

Box  14 

FPO  NY  09510-0200 
AV235-4505 


Dr  V  V  Subramaniam 
Department  of  Mechanical 
Engineering 

The  Ohio  State  University 
Columbus  OH  43212-1194 
(614) 292-6096 


Dr  James  Tien 
Case  Western  Reserve 
University 

Glennan  Building,  Room  415 
Cleveland  OH  44106 
(216)368-4581 


Dr  Wing  Tsang 

National  Institute  of  Standard 
and  Technology 
Chemical  Kinetics  Division 
Gaithersburg  MD  20899 
(301) 975-3507 


Mr  Gary  L.  Vogt 
AFAL/DYCR 
Stop  24 

Edwards  AFB  CA  93523-5000 
(805) 275-5258 
AV525-5258 


Dr  R  Shoureshi 
School  of  Mechanical 
Engineering 
Purdue  University 
"’st  Lafayette  IN  47907 
(317) 494-5639 


Ms  Elizabeth  Slimak 
AFAL/LSCF 

Edwards  AFB  CA  93523-5000 


Dr  Warren  Strahle 
School  of  Aerospace  Engrg 
Georgia  Institute  of 
Technology 
Atlanta  GA  30332 
(404)894-3032 


Dr.  Mostafa  Talukder 
AFAL/LKLR 

Edwards  AFB  CA  93523-5000 
(805)275-5416 
AV525-5  416 


Professor  William  C  Trogler 
Department  of  Chemistry 
University  of  California,  San 
Diego 

LaJolla  CA  92093 
(619)452-6175 


Dr  Peter  Turchi 
RD  Associates 
301  S  West  Street 
Alexandria  VA  22314 
(703)684-0333 


Dr  Robert  Vondra 
PO  Box  596 
Wrightwood  CA  92397 
(619) 249-3451 
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Dr  Nzoo  Vu 

Naval  Weapons  Center 
China  Lake  CA  93555-6001 
(916) 939-7392 
AV4  37-7392 


□r  Peter  Wayner 
Dept  of  Chemical  and 

Environmental  Engineering 
Rensselaer  Polytecnnic  Inst 
Troy  NY  12130-3590 
(518) 266-6199 


Dr  Jim  Weber 
Rocketdyne  Division 
Rockwell  International  Corp. 
6633  Canoga  Ave 
Canoga  Park  CA  91303 
(818)710-5558 


Dr  Rodney  Wilier 
Morton  Thiokol  Inc 
Elkton  Division 
P.O.  Box  241 
Elkton  MD  21921 
(301) 398-3000 
(301) 398-4440 

Dr  Ted  F.  Yang 
Massachusetts  Institute  of 
Technology 
167  Albany  Street 
Cambridge  MA  02139 
(617)253-8453 


Dr  Thomas  M  York 
AERO/ASTRO  Engineering 
328  CAE  Building 
Ohio  State  University 
Columbus  OH  43210 
(614) 292-2691 


Cpt  Joseph  Zirrolli 
F  JSRL/NC 

United  States  Air  Force 
Academy 

Colorado  Springs  CO  80840 
(303)472-2655 


Dr  R  H  Woodrow  Waescne 
Atlantic  Research  Corporation 
7511  Wellington  Road 
Gainesville  VA  22065 


Dr  David  P  Weaver 
AFAL/DYCR 

Edwards  AFB  CA  93523-5000 
(805) 275-5657 
AV5 25-5657 


Dr  Ricnard  Weiss 
AFAL/CA 

Edwards  AFB  CA  93523-5000 
(805) 275-5622 
AV5  25-5  62  2 


Dr  D  0  Woclery 
Rocketdyne 
6633  Canoga  Avenue 
Canoga  Park  CA  91304 


Dr  Vigor  Yang 
Department  of  Mechanical 
Engineering 

Pennsylvania  State  University 
University  Park  PA  16802 


Dr  Ben  T.  Zinn 
School  of  Aerospace  Engrg 
Georgia  Institute  of 
_  Technology 
Atlanta  GA  30332 
(404) 894-3033 


Mr  Robert  L  Zurawski 
Program  Manager 

Propulsion  Tecnnology  Programs 
NASA  HQA,  OAST-MAIL  CODE  RP 
Washinqton  DC  20546 
(202)453-2261 
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Invitees 


Mr.  Leonard  Angello 
Electric  Power  Researcn 
Institute 

3412  Hiiiview  Avenue 
Palo  Alto  CA  94303 
(415)855-2873 


Dr .  W.  D .  Bacnalo 
Aerometncs,  Inc. 

P.  0.  Box  308 
Mountain  View  CA  94042 
(415)965-8887 


Dr  Edward  J  Belting 
Aeropnysics  Lab,  Prep  Env  Sc 
The  Aerosoace  Corporation 
P  0  Box  92957,  M5/754 
Los  Anaeles  CA  90009-2957 
(213) 336-7035 


Dr  William  K  Bischel 
Coherent,  Inc. 

3210  Porter  Drive 
Palo  Alto  CA  94304 
(415) 858-7639 


Dr.  Ricnard  K.  Chang 
Electrical  Engineering  Dept. 
P.  0.  Box  2157,  Yale  Station 
Yale  University 
Mew  Haven  CT  06^20 
(203) 432-4272 


Dr.  David  R.  Crosley 
Molecular  Physics  Department 
SRI  International 
333  Ravenswood  Avenue 
Menlo  Park  CA  94025-3696 
(415) 326-6200 


Dr.  Gregory  Dobbs 
United  Technologies  Research 
Center  -  Mail  Stop  90 
Silver  Lane 
East  Hartford  CT  06108 
(203) 727-7145 


Dr.  A.  C.  Eckbreth 
United  Technologies  Research 
Center 
Silver  Lane 
East  Hartford  CT  06108 
(203)727-7269 


Dr.  Richard  Field 

U.  S.  Army  Armament  RD  Center 

DRSMC-LCA-C (D) 

Building  382-S 
Dover  NJ  07801 
( 201 ) 724-5844 
(201) 724-5682 


Dr.  Wai  K.  Cheng 
Department  of  Mecnanical 
Engineering 

MIT 

Cambndcje  MA  02139 
(617) 253-4531 


Dr.  John  W.  Daily 
Center  for  Combustion  Researcn 
Mechanical  Engineering  Dept 
University  of  Colorado 
3ou lder  CO  80309 
(303)492-7151 


Dr.  Joel  Dubow 
Materials  Science  Department 
University  of  Utah 
2008B  Mechanical  Engrg.  Bldg. 
Salt  Lake  City  UT  84112 
(801) 581-8388 


□r  Thomas  Ehlert 
Department  of  Chemistry 
Marquette  University 
Milwaukee  WI  53233 
(414) 224-7066 


Dr.  Bish  Ganguly 
WRDC/POOC-3 

Wr igh t-Pa tter son  AFB  OH  45433 
(513) 255-2923 
AV7  15-2923 
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Dr.  Alan  Garscadden 
WRDC/POOC-3 

Wrignt-Patterson  AFB  CH  45433-6563 

(513) 255-2923 

AV735-2923 


Dr.  R.  K .  Hanson 
Department  of  Mechanical 
Engineering 
Stanford  University 
Stanford  CA  94305-3032 
(415)723-1745 


Dr.  Larry  P.  Goss 
Research  Applications  Divisic 
Systems  Research  Labs,  Inc. 
2800  Indian  Ripple  Road 
Dayton  OH  45440-3696 
(513) 252-2706 


Dr.  D.  L.  Hartley 
Combustion  Sciences 
Sandia  National  Laboratories 
Livermore  CA  94550 


Dr.  L.  Hesselink 
Department  of  Aeronautics  and 
Astronautics 
Stanford  University 
Stanford  CA  94305-3032 
(415) 723-3466 


Dr.  Donald  J.  Holve 
I nsitec 

28  Bobbie  Court 
Danville  CA  94526 
(415)837-1330 


Dr  Thomas  K  Ishii 
Department  of  Electrical 
Engineering 
Marquette  University 
Milwaukee  WI  53233 
(414) 224-1593 


Dr.  Marshall  B.  Long 
Department  of  Mechanical 
Engineering 
Yale  University 
New  Haven  CT  06520 
(203) 432-4229 


Dr.  Timothy  Parr 
Naval  Weapons  Center 
Code  3893 

China  Lake  CA  93555 
(619)939-2521 


Dr.  E.  D.  Hirleman 
Department  of  Mechanical  and 
Aerospace  Engineering 
Arizona  State  University 
Tempe  AZ  85287 
(602) 965-3895 


Dr  David  Huestis 
SRI  International 
333  Ravenswood  Avenue 
Menlo  Park  CA  94025 
(415)859-3464 


Dr.  Roman  Kuc 
Department  of  Electrical 
Engineering 
Yale  University 
New  Haven  CT  06520 
(203)432-4891 


Dr.  Bruce  G.  MacDonald 
Research  Applications  Divisioi 
Systems  Research  Labs,  Inc. 
2800  Indian  Ripple  Road 
Dayton  OH  45440-3696 
(513) 252-2706 


Dr.  S.  S.  Penner 
Dept.  Of.  Appl .  Mech.  and 
Engrg.  Sci . 

University  of  California 
La  Jolla  CA  92093 
(619) 534-4284 
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Dr  Emil  Pfender 

Department  of  Mecnanica 1  Engrg 
125  Mechanical  Engineering 
The  University  of  Minnesota 
Minneapolis  MN  55455 


Dr  Won  B  Ron 

Department  of  Engrg  Physics 
Air  Force  Institute  of 
Teechnology 

Wrignt-Patterson  AFB  OH  45433-6533 


Dr.  Alan  C.  Stanton 
Southwest  Sciences,  Inc. 
1570  Pacheco  Street 
Suite  E-ll 
Santa  Fe  NM  87501 
(505) 934-1322 


Dr.  John  A.  Vanderhoff 
Ballistic  Research  Laboratory 
DRSMC-BLI (A) 

Aberdeen  Proving  Ground  MD  21005 
(301)278-6642 


Dr.  John  P.  Renie 
Department  of  Mecnanical  anc 
Industrial  Engineering 
University  of  Illinois 
Ur b ana  IL  51801 
(2  17)  3  33-5199 


Dr  Gregory  P  Smith 
Department  of  Chem  Kinetics 
SRI  International 
333  Ravenswood  Avenue 
Menlo  Park  CA  94025 
(415) 359-3496 


Dr.  James  D.  Trolinger 
MetroLaser 

13004  Skypark  Boulevard 
Sui^e  254 

Irvine  CA  92714-6428 
(714) 553-0688 


Dr.  James  F.  Verdieck 
Rockwell  International 
Rccketdyne  Div,  M/S  FA26 
6633  Canoga  Avenue 
Canoga  Park  CA  91303 
(318)700-4709 


Dr.  Joda  Wormhoudt 
Aerodyne  Research,  Inc. 

45  Manning  Road 
Manning  Park  Research  Center 
Billerica  MA  01321-3976 
(508) 663-9500 


